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***U n tt 1-5 ©MteSU Y l*/\D^ 

HC*. -has. v7/S« 7;u^;i/*> T;ua 
NC^M^S^Um it o * 
fcl* i~4 a>SS£jjjU a I±^;u75^^;u 

g£*u r 2 i***fli**fci*7;u*ju*** 

r. }i-T%ztiz>bi)TV-)\,mm&&&uz 

[AM 
Claims 



ut i] 




^ . T^M^uS. 7^*vS, 

n (4 0 £fcl* 1-5 (DS&^tkU n A< 2 



Hirano, Tadayoshi 
[Address] 

Shizuoka Prefecture Kakegawa City Katsuragaoka 3-Chome 9 
address 2 

(57) [Abstract] 
[Constitution] 
General Formula {I } 
[Chemical Formula 1] 



It is a triazole derivative which is displayed with {In Formula, 
R* shows aikyl group, X shows halogen atom,n shows integer 
1 - 5, Y shows halogen atom, nitro group, cyano group, 
alkyl group, alkoxy group or haloalkyl group,m shows 
integer of 0 or 1-4, A methylamino methylgroup, shows 
methylamino group, aminomethyl group or amino group, R 2 
shows hydrogen atom or alkyl group, } and a insecticidal. 
miticide whichcontains this as active ingredient. 



[Effect(s)] 

various harmful insect and especially Aphididae (aphids ), 
Tetranychidae (spider mite ) extermination can beprevented 
without causing adverse effect to crop. 

[Claim(s)] 
[Claim 1] 
General Formula 
[Chemical Formula 1] 



{In Formula, R l shows alkyl group, X shows halogen atom, 
alkyl group, alkoxy group, alkyl thio group, nitro group, 
cyano group or haloalkyl group, n shows integer of 0 or 1-5, 
when n is 2 or more, X is good to option even with 
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t^ttUlW li/\n<f>JIiP, -hag, v 
7;u*>uS, 7;u3^rvS. 7a>*;i^ 

£*L, m It 0 1-4 <7>gi&£*U m A< 2 

nt2] 



-(CM 2 ).-N-(CI 2 ) k - 
(A-l) 

-(CHo). -N-C-CCH,) - 
(A-3) 

-<CH 2 ) i -0-C-N-CCH 2 ) k - 
0 R 3 

(A-5) 

-CCH^-OyCH^- 

0 

(A-7) 

(A-9) 
-CH2-fl-N=C-(CH2)k- 
(A-ll) 



0 

(A-2) 

o R 3 

(A-4) 

' J loll lo " 

IPO R 3 
CA-8) 

0 

(A-8) 
CA-lfl) 



combination of the same kind or different kind. Y shows 
halogen atom, nitro group, cyano group, alkyl group, 
alkoxy group, alkyl thio group, haloalkyl group or 
haloalkoxy group, m shows integer of 0 or 1-4, when m is 2 
or more, Y is good to option evenwith combination of same 
kind or different kind. As for A formula} 

[Chemical Formula 2] 



■7;Mr;ixS£*U j te<fct/ k i**h?h o &tz 

i*i<&g»£*i%)£*-r. 
nt3i 



(In Formula, R 3 shows hydrogen atom* alkyl group or 
cycloalkyl group, j and k show integer of 0 or 1 respectively. ) 
is shown. 

As for R 2 hydrogen atom* alkyl group or system 
[Chemical Formula 3] 



R 4 l*/\ay>at* . -haS. v7/ft* 
7;u*;ug* 7*a**>», 7;i/*;u^;*S* 7 
;i/+;i/XjU7-r-;i/S. 7;i/*;i//Ui/*~;i/ 
S* /\p7ju+;uS, /\P7;m*v* * /\P7 
;u*^*£. /\P7;i/+;i/X;u^-r-;us, 
/\P7;i/+;i/X;u^;i/S. 7/u*;u7£/S 

*f-liv7;U*;U75yS^jjtL.p IS 0 
1-3 CDg»£ *U p # 2 H±©fc* R 4 

f- 1=1 ?«rb +- M- W /TN £fl Xi -rt dfc l-l \ \±L 



(In Formula, Q and Q&apos; show methine group or nitrogen 
atom, the R 4 shows halogen atom* nitro group, cyano 
group* alkyl group* alkoxy group* alkyl thio group* 
alkyl sulfinyl group* alkyl sulfonyl group* haloalkyl 
group* haloalkoxy group* haloalkyl thio group* haloalkyl 
sulfinyl group* haloalkyl sulfonyl group* alkyl amino 
group or diaikyl amino group, p shows integer of 0 or 1-3, 
when p is 2 or more, R 4 is good to option evenwith 
combination of same kind or different kind. ) is shown. 
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Specification 

[0001] 
[0002] 

[ft*CD&ffi] 

fc<t^.tf. 3,5-ex(2-^nP7i-;b)-i->^-;b 

-lH-l,2,4-h'J7^— M^BBfla 56-154464 

fBJif)fc<ty 3-(2^an^;i/tn7i- 
;u)-5-(2.4- a a 7i- ;u)- 1 -*tji>- i H- 1 ,2,4- 

(Research Disclosure)278004 ^)*><&<i> 0 

MIC, 3,5-v7i-;U-i-7;i,dHU-lH-l,2,4-MJ 
7V-;b£f$<*(?#l!fl¥ 5-310712 #*M891tt 
6-97946 #&«9M*)fit*l&*lT 

^<S 0 



[0003] 

[#6WA<»»UJ:5tr-5SSH] 
SSI*. Ha-Ctiiffl-CHaStt^ 

[0004] 

f61''«,3,5-i/-7l-;U-l-7;i/+;i/-lH-l,2,4- 
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} With triazole derivative 0 which is displayed 
[Claim 2] 

insecticidaL miticide 0 which contains triazole derivative 
which is stated in Claim 1 as the active ingredient 

[Description of the Invention] 
[0001] 

[Field of Industrial Application] 

this invention is something regarding novel triazole derivative 
and insecticidaL miticide whichcontains this as active 
ingredient. 

[0002] 

[Prior Art] 

So far, following compound is known as triazole derivative 
which possesses the insecticidaK miticidal activity. 

for example 3,5-bis (2 -chlorophenyl ) - 1 -methyl- 1H- 1,2, 4- 
triazole (Japan Unexamined Patent Publication Showa 
56-154464 disclosure Specification ) and 3 - (2 
-chloro-6-fluorophenyl ) - 5 - (2 and 4 -dichlorophenyl ) - 1 
-methyl- 1H- 1,2, 4- triazole there is a(Research Disclosure 
(research Disclosure ) 278,004). 

Furthermore, 3 and 5 -biphenyl-l- alkyl — 1 H-1,2, 4- 
triazole derivative (Japan Unexamined Patent Publication Hei 
5-3 1 07 1 2 disclosure Specification. Japan Unexamined 
Patent Publication Hei 6-97946 disclosure Specification ) is 
known. 

[0003] 

[Problems to be Solved by the Invention] 

But, extent of activity of these above-mentioned 2 compound 
is notsomething which it can be satisfied. 

[0004] 

these inventors, in order that and useful insecticide is 
developed with novel,did synthetic development in strenuous 
3 and 5 -bipheny I- 1 - concerning substituent on 5 position 
phenyl ring of alkyl — 1 H-1,2, 4- triazole derivative, 
repeated diligent investigation concerning the physiological 
activity. 

As a result, substituent of a certain kind, especially Plutelia 
xylostella (Linnaeus ) (diamondbak moth, cabbage 
moth ),Spodoptera exigua (Hubner ) (beet armyworm ), Chilo 
suppressalis (Walker ) (Asiatic rice borer ) or other 
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[0005] 

[0006] 
[ft 41 




lepidopteran pest. Aphis gossypii Glover (cotton aphid ) or 
other Aphididae (aphids ), Tetranychus urticae Koch 
(two-spotted spider mite ), the Tetranychus kanzawai Kishida 
(Kanzawa spider mite ), has insecticidal. miticidal activity 
which quite is superior even in Panonychus citri 
[McGregor ](citrus red mite ) or other Tetranychidae (spider 
mite ) vis-a-vis various harmful insect and harmful mite, 
densely you discoveredand completed this invention. 

[0005] 

[Means to Solve the Problems] 

Namely, as for this invention General Formula {I } 

[0006] 

[Chemical Formula 4] 



[0007] 

7;U*;u*. 7Jl/P*vS. 7)\,*)\,¥* 
S. -hag. i/7/**fcl*/\o7;u*;i/** 

«U n 14 0 Sfcli 1-5 a>S»£SU n & 2 &l 
±<Dt$ X l4ff»CH»£fcl4»8©*a** 

7/&. 7;u+;u*. 7^p+v*. 7;Mr;i^ 

£ «U m 14 0 £fcl4 1-4 (BH&^tfL. m A< 2 
ULtOtt Y (4ffiSlC|Blfl*fcl4M«<D)Sa^ 
&t5i±r=fe,*^oAl4A} 

[0008] 

[ft 5] 



[0007] 

{In Formula, R l shows alkyl group, X shows halogen atom, 
alky I group, alkoxy group, alkyl thio group, nitro group, 
cyano group or haloalkyl group, n shows integer of 0 or 1-5, 
when n is 2 or more, X is good to option even with 
combination of the same kind or different kind. Y shows 
halogen atom, nitro group . cyano group . alkyl group . 
alkoxy group, alkyl thio group, haloalkyl group or 
haloalkoxy group, m shows integer of 0 or 1-4, when m is 2 
or more, Y is good to option evenwith combination of same 
kind or different kind. As for A formula} 

[0008] 

[Chemical Formula 5] 
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-<CH 2 ) r jKCH 2 > k - 
(A-l) 

-(CBo). -N-C-(CHn) - 
(A-3) 

-(CH^HKCH^- 
0 R 3 
(A-5) 

0 

(A-7) 
(A-9) 



R 3 
(A-U) 



0 

(A-2) 

0 r3 
(A-4) 

-(CH 2 ) r N-C-fKCH 2 ) k - 
(A-B) 

0 

(A-8) 
(A-10) 



[0009] 

7;u*;uS£*U j fccfctf k li-ttv^ti o 
R 2 1***11^* 7;M^S3tfdiit 

[0010] 

[<t6] 




[0009] 

(In Formula, R 3 shows hydrogen atom, alkyl group or 
cycloalkyl group, j and k show integer of 0 or 1 respectively. ) 
is shown. 

As for R 2 hydrogen atom, alkyl group or system 
[0010] 

[Chemical Formula 6] 



[0011] 

(a*.Q as<fci/ q' itt^mstzitmrnffi* 

7;M^u*s 7;up**>£s Ti^iVJ-t^ 7 

g* /\n7JU^u*. /NP7;ba^>*> /np7 

/\a7JU4p;u7.;u^;uS, 7;u+;u75yS 
*fci*i?7;u*^75ys^ ^L, P i* o 

1-3 <Dg»£ *U p 2 &L±<Dt£ R 4 ItHM 



[001 1] 

(In Formula, Q and Q&apos; show methine group or nitrogen 
atom, the R 4 shows halogen atom* nitro group, cyano 
groups alkyl groups alkoxy groups alkyl thio group> 
alkyl sulfinyl group* alkyl sulfonyl group* haloalkyl 
group* haloalkoxy groups haloalkyl thio group, haloalkyl 
sulfinyl group, haloalkyl sulfonyl groups alkyl amino 
group or dialkyl amino group, p shows integer of 0 or 1~3, 
when p is 2 or more, R 4 is good to option evenwith 
combination of same kind or different kind. ) is shown. 



} With it is a triazole derivative which is displayed and a 
insecticidals miticide which containsthis as active ingredient. 
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[0012] 

m< 1-6 (Dm.m*tziz#mmft<»7)i'*)i>m 

S. < v^nt°;us. n-?^;ug. -fv:?^u*. 
sec-3>;u» . t-^;utt. n-^>f-;u*. *fV7 

*v;Hs 3,3-v^;u?>;u*3? **if 4dt 

[0013] 

7;ua*v*. 7;u*;u^», 7;Mpjux;u 
7-r-;u*j3*tf7**;i/X;u*-;uaii:i*. 

•ttl : ?^7;U+;i/ffl5»*<±fE<7)Sll*^^*r(7 

;u*;u)-o-g. (7;u*ju)-s-S* (7)v*r 

;U)-SO-»i3<J:^(7;U*JU)-SOr*"C**- 
[0014] 

/\ay>K* fctt, »SL ML s^* 

[0015] 

***ifc7;WrJU**«u «x.tt2/^;u*ay 

[0016] 

/\P7;i/3*->» ii*. /\p7;Mp^»#*<± 
E©*i»**'r(/Nn7;u*^>o-*-e*y % « 

g. *>*:7;u*pxh*->*»*3iif szfctf 

[0017] 

y\a7;u*;u^S. /\p7;u*;utju*-M/ 
*fc<fctf/\P7;i/*;uxjU7*xju*fci**ft 
€*i7;u*;u«»tf/\py>wqF-icj:or« 
»**ifc7;u*ju^», 7;u*;ux;u*-;u 
»fe*tf7***x^7-r-iHlt«-r. 

[0018] 

7JHrJU73/*fcl*. ftlift 1-3 ©Efc*fc 
l*#ttLfc7;U*;i/75-/**«U HAUW* 
Jl/75/g. X*JU73</*»*»lf fcCfctfU 
**. 

[0019] 

S?7^JU75/*fcl*,«** 1-3 0®ffi£ 
fcl*#ttLfc7fl^U»*< 2 ot6*Lfc75y 
**»U t!*tf5? WU7i/», vx*;u75 
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[0012] 

Furthermore alkyl group, carbon number shows alkyl group 
of straight chain or branched chain condition 1- 6 in this 
specification, can list for example methyl group* ethyl 
group . n- propyl group . isopropy 1 group . n- butyl group . 
isobutyl group, s-butyl group * t-butyl group. n« pentyl 
group, isoamyl group, neopentyl group v n- hexyl group * 
isohexyl group. 3, 3- dimethylbutyl group etc. 

[0013] 

alkoxy group, alkyl thio group, alkyl sulfinyl group and 
alkyl sulfonyl group, respective alkyl portion shows 
above-mentionedmeaning, (alkyl ) -O- group, (alkyl ) -S- 
basis, (alkyl ) -SO- it is basis and (alkyl )-S0 2 - a basis. 

[0014] 

halogen atom, fluorine, chlorine, bromine, iodine atom is 
shown. 

[0015] 

haloalkyl group, alkyl group which is substituted with 
halogen atom is shown, the for example difluoromethyl 
group, trifluoromethyl group, pentafluoroethyl group etc 
can be listed. 

[0016] 

haloalkoxy group, haloalkyl part shows above-mentioned 
meaning, (haloalkyl ) with-O- group , for example difluoro 
methoxy group* trifluoromethoxy group, penta fluoro 
ethoxy group etc can be listed. 

[0017] 

haloalkyl thio group* haloalkyl sulfonyl group and haloalkyl 
sulfinyl group alkyl thio group, alkyl sulfonyl group and 
alkyl sulfinyl group where respective alkyl portion is 
substituted with halogen atom are shown. 

[0018] 

alkyl amino group which straight chain or branch of carbon 
number 1-3 is done alkyl amino group, is shown.for example 
methylamino group, ethylamino group etc can be listed. 

[0019] 

alkyl group which straight chain or branch of carbon number 
1-3 is done dialkyl amino group, two shows amino group 
which is connected, can list for example dimethylamino 
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[0020] 

v9Q7/U*;U»<!:ti\ 0|s$i&*< 3-6 (Dv^Q 
[0021] 

*r»-«aci)i=J3it4 a $jifrwi=*if*i 
lis (A-i)iLrii«!*ii^ju75y^;u*, 
y^;u75y*, 75>>^;uS. 75/fts 
-N-^f 1 ;u7S/y^;u*. ^5 L ;u-N-y ; 5 i ;u7sy 
N->^;L-75y^;u*> N-^i/75/S* 

(A-2)fcL"Cl*0J;ili/f- ju*ji/»|5-;u>^;u 

[0022] 

;u3t. /5 1 ;u*;u^-iiu75yS. *jM?-;i/7 
s/y^;u£, */u^*-;u75/S. tf-MiiW 
-jU-N-^;i/75>'^;i/«. 
-N-/^ju7sya, ajutf-ju-N-y?- ;u75y* 
^A-fi. *;u^-;i/-N-y^ju7sy*H^^if 

(A-4) <k lt li fin x IS ju / •< ^ ;i/ 

[0023] 

(A-5) tLX itm x. If *?■ )l/ ^ -f )\,** v 
(A-6)<bLTI*^l£>< i ? : -^a;U/\* ; e'OU75y.* 

y^;i/*;u/^'f;u75>'S. rtA/M'^e 
Sv ^;w*ju/^'f;i'-N->^;u75y^;uS 



1996-4-9 

groups diethyl amino base and methylethyl amino base etc. 
[0020] 

cycloalkyl group, carbon number shows cycloalkyl group 3, - 
6 can list for example cyclopropyl group * cyciopentyi 
group ^ cyclohexyl group etc. 

[0021] 

If A in aforementioned General Formula {I } is listed 
concretely, the for example methylamino methyl group, 
methylamino group * aminomethyl group % amino group % 
methyl-N- methylamino methyl group, methyl-N- 
methylamino group * N- methylamino methyl group and N- 
methylamino group etc can be listed (A-l ) as. 

for example methyl carbonyl methyl group, methyl carbonyl 
groups carbonyl methyl group , carbonyl group etc can be 
listed (A-2 ) as. 

[0022] 

for example methyl carbonyl aminomethyl groups methyl 
carbonyl amino group * carbonyl aminomethyl group s 
carbonyl amino groups methyl carbonyl-N- methylamino 
methyl group, methyl carbonyl-N- methylamino group. 
carbonyl-N- methylamino methyl group and carbonyl-N- 
methylamino group etc canbe listed (A-3 ) as. 

for example methyl carbamoyl methyl group s methyl 
carbamoyl groups carbamoyl methyl group s carbamoyl 
group* methyl-N- methyl carbamoyl methyl groups 
methyl-N- methyl carbamoyl groups N- methyl carbamoyl 
methyl groups N- methyl carbamoyl group etc can be listed 
(A-4 ) as. 

[0023] 

for example methyl carbamoyl oxy methyl groups methyl 
carbamoyl oxy groups carbamoyl oxy methyl groups 
carbamoyl oxy group s methyl-N- methyl carbamoyl oxy 
methyl groups methyl-N- methyl carbamoyl oxy groups N- 
methyl carbamoyl oxy methyl groups N- methyl carbamoyl 
oxy group etc can be listed (A-5 )as. 

for example methyl carbamoyl aminomethyl groups methyl 
carbamoyl amino groups carbamoyl aminomethyl group s 
carbamoyl amino groups methyl-N- methyl carbamoyl-N- 
methylamino methyl group and methyi-N- methyl carbamoyl 
aminomethyl groups methyl carbamoyl-N- methylamino 
methyl group etc can be listed (A-6 )as. 
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[0024] 

(A-7)(!:Lrii0iJx.ii>^;u*;u^-;u^v^ 

(A-8)tL-CI4«x.l*>^/U^"**>*;U*-/U> 
[0025] 

(A-9)t L T I40H x. (4 x ^ 'J x>75/ . 
(A-i0)<hLTl4#Jxf4.>^;u-fS/x^;uS. >^ 

[0026] 

(A-ll)iL"Ctt«*tf>^;M^'jT>75^ 
^t+vl. ^U-l-X^Jf^S/^v.* 

^;u*. ^ju-i-x^'j-t>7s/^+->*v l- 

iyjT>75^*5/>^;i^l, l-X5=-'Jx>7 

S/^+v^US. ^;Uv?P7Ptf/l/^<J 
T>7S/:t*vg. v-?P^Pt t, ;U^ l j7 i >7 

[0027] 

;u*;uSx*fcy . x tf/xayi/fiS^-cfcy. n 
1-2 (DSft-e&y. n A< 2 (Dirt X liffitlcH 

y»TT?fty . m *< 0-2 tDgf&T&y . m 2 

1tT*t<k<. A ft< 

[0028] 

[ft 7] 

-(CH 2 ) j -N-(CH2) k - 



[0024] 

for example methyl carbonyl oxy methyl group, methyl 
carbonyl oxy group . carbonyl oxy methyl group, carbonyl 
oxy group etc can be listed (A-7 ) as. 

for example methyl oxycarbonyl methyl group, methyl 
oxycarbonyl group, oxycarbonyl methyl group, 
oxycarbonyl group etc can be listed (A-8 ) as. 

[0025] 

for example ethylidene aminomethyl group, ethylidene 
amino group, methylidene aminomethyl group, 
methylidene amino group etc can be listed (A-9 ) as. 

for example methyl imino ethyl group, methyl imino methyl 
group, imino ethyl group, imino methyl group etc can be 
listed (A-10) as. 

[0026] 

for example methyl methylidene aminooxy methyl group, 
methyl methylidene aminooxy group, methylidene 
aminooxy methyl group, methylidene aminooxy group, 
methyl - 1 - ethylidene aminooxy methyl group . methyl - 1 - 
ethylidene aminooxy group. 1- ethylidene aminooxy methyl 
group. 1- ethylidene aminooxy group, methyl cyclopropyl 
methylidene aminooxy methyl group, methyl cyclopropyl 
methylidene aminooxy group, cyclopropyl methylidene 
aminooxy methyl group, cyclopropyl methylidene aminooxy 
group etc can be listed (A-l 1 ) as. 

[0027] 

As desirable group of compounds, R 1 with straight chain or 
branched chain alkyl group of carbon number 1-6, the X 
being halogen atom in aforementioned General Formula {I }, 
when n with integer of 1 - 2, n 2 being, X to be good to option 
even with combination of same kind or different kind, Y 
being the halogen atom , m with integer 0 - 2, When m 2 
being, Y to be good to option even withcombination of same 
kind or different kind, A 

[0028] 

[Chemical Formula 7] 



R3 
(A-l) 



-CH2-0-N=C-(CH 2 )k- 
CA-11) 



[0029] 

(it*, r 3 raxsc i~6 <DW.mtzit$mm<» 



[0029] 

With group which is displayed with (In Formula, as for R 3 
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»-c*y s j J3«fct/ k 1*0 1 -efc-So 
$*t**tf^y,R 2 i~6 <d 

[0030] 

[lb 8] 



with alkyl group of straight chain or branched chain of the 
carbon number 1-6 or cycloalkyl group of carbon number 
3-6, as for j and k theyare 0 or I. ), R 2 alkyi group of straight 
chain or branched chain of hydrogen atom* carbon number 
1-6 or 

[0030] 

[Chemical Formula 8] 



[0031] 

*fci*»*«©7;i/3*->», atmsfc i-6 (DE 

8 1-6 ©E**fcl4#««0/\a7fl/3*5/ 
»T?*«. p (4 0-3 ©BftTffcy . p 4< 2 Sfctt 
3 (7)B#,R 4 I4Mc|^fl^fc[±M«CD^^ 

[0032] 

an«jifttMes i~a 26 iz««-r*o 

ft**»*l4ia*©E*KfiL^T#!H$ 

[0033] 
[Si] 



[0031] 

compound which is a group which is displayed with (In 
Formula, as for Q and Q&apos; with methine group or the 
nitrogen atom , as for R 4 with haloalkyl group of straight 
chain or branched chain of alkoxy group * carbon number 
1-6 of straight chain or branched chain of halogen atonu 
carbon number 1-6 or haloalkoxy group of straight chain or 
branched chain of carbon number 1-6, as for p when with 
integer 0 - 3, p is 2 or 3, as for the R 4 it is good to option even 
with combination of same kind or different kind. ) 
isincreased, it is possible densely. 

[0032] 

Next, representative embodiment of the compound of this 
invention which is displayed with General Formula {I } 
isillustrated to Table 1 -Table 26. 

Furthermore compound number is referred to at time of 
stating from nowon. 

[0033] 

[Table 1] 
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— \ f 

IT 




1 


A-R2 


#^ 




Xn 


Ym 


A 


R 


CO 

-fc -K. 

Iff* Crijj 20 ) 


1 


CHg 


2-C1. 6-P 


2. S-C1 2 


3-NH- 


-H 


130-133 


2 


CBg 


2-C1, 6-F 




d na 


-H 


117-122 


3 


CHg 


2-CL 6-F 


4-C1 


3-NH- 


-H 


108-109 


5 


™3 

CHg 


2-C1.6-F 
2-C1, 6-F 


H 
H 


3-NH- 
3-NH- 




113-118 
164-166 


5 


CHg 


2-C1, 6-P 


2, 6-Cl 2 


3-Nfl- 




150-155 


7 


CHg 


^ \jL, d r 


4-C1 


3-NH- 


Civ, 


200-202. 5 


8 
9 


CHg 
CHg 


2-C1. 6-F 
2-C1, 6-F 


5-CPg 

H 


3-NH- 
3-NH- 




173-178 


10 


CHg 


2.6-F 2 


H 


3-Nfi- 


-J>-CF3 




11 


CHg 


2-C1, 6-F 


H 


3-NH- 






12 


CHg 


2-C1 


2-C1 


3-Kfl- 







[0034] [°034] 
[« 2] [Table 2] 
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to 


R 1 


Xn 


Ym 


A 


R 2 


Bfc& CC) 


13 




2-Cl, 8-P 


2-Cl 


3-NH- 




166-169 


14 




2.6-F, 
2 


2-Cl 


3-NH- 






IK 




9 -PI K-R 


D u 3 


3-NH- 






16 


°3 


2-Cl 


H 


3-KH- 


f\_rv 




17 
LI 




£1 ui, 0 r 


g 


3-NH- 




124-128 


1fl 






H 


3-NH- 






19 






■a 
a 




IT d 




20 


Wig 


2-Cl, 8-P 


H 


3-NH- 






Li. 




2-CL 5-F 




3-NH- 


-A-CFq 








6 Hi □ r 


n 
n 


3-NH- 


-/VCFs 




23 


CH3 






□ Ull 


^CF 3 




24 


CB3 


2-Cl. 5-F 


H 




-a 


173-176 


25 


CH3 


2-Cl, 8-P 


2-Cl 


4-NS- 


-H 


51-55 


26 


CH3 


2-Cl. 8-P 


2, 6-CL 


4-NH- 


-H 


170-174 


27 




2-Cl. 8-F 


H 


4-NH- 




75-79 



[0035] [0035] 
[g3] [Table 3] 
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4t£ 

to 


R 1 


Xn 


Ym 


A 


R 2 


on 


28 


°3 


2-C1, 6-P 


2-C1 


4-NH- 




162-163 


29 


°3 


2.&-F 2 


E 


4-NH- 






30 




2-C1. S-P 


H 


4-NH- 


3*1 




31 




2-C1.3-F 


2-C1 


4-NE- 






32 




2.6-F 2 


H 


4-NH- 






33 


CHg 


2.8-F 2 


2-C1 


4-NH- 






34 




2.6-F 2 


E 


4-NE- 






35 


¥s 


IW, 


2 


4-Jffi- 


-P-<*3 




36 




2.&-F, 


H 


4-NH- 


-P-CF3 




37 




2.6-F 2 


H 


4-NE- 


^P"CF 3 




38 


Via 


2.6-F 2 


E 


4-NH- 






39 


Via 


2.8-F* 
2 


H 


4-NE- 


— -?~VCPo 




40 




2-CF 3 


E 


4-NH- 


^%Hf 3 




41 


=3 




H 


4-NH- 






42 


"a 


2-C1 


E 


4-NH- 







[0036] [0036] 
[«4] [Table 4] 
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R 1 








R 2 




«r 


Xn 


Ym 


A 


**** 
















43 


uug 


2-C1, 6-F 


H 


4-NH- 




197-202 


44 


CHg 


2-C1. 6-F 


2-C1 


4-NH- 




239-241 


45 




Z-Cl. 6-F 


H 


4-PJH- 


IT* 




46 


i-C«IL 


2-C1, 6-F 


Q 


4-NH- 


fK 3 




47 


C 6 fl 13 


2-C1, 6-F 


H 


4-NH- 






48 




2-C1, 6-P 


H 


4-NH- 


fK 3 




49 


CHo 


3 


H 


4-NH- 


If" 3 




50 


CHg 


2-SCHg 


H 


4-NH- 






51 


CHg 


2-N0 2 


fl 


4-NH- 


Ck_ 

— O-CP3 




52 


(X 

J 


2-CK 


H 


4-NH- 


Br* 0 




53 


a 


2, 6-F 9 


H 


4-NH- 


F<CF 3 




54 


CHg 


2-C1. 6-F 


H 


4-NH- 


N CFo 




55 


CHg 


2-C1, 6-F 


z b-ci 2 


3-JSH- 




170-171 


56 


CHg 


2, 6-Clg 


H 


4-NH- 


-P-CF3 




57 


CHg 


2. 6-Clg 


2-C1 


4-NH- 


-P-CF3 





[0037] [0037] 
[«5] [TableS] 



1996-4-9 
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m 


R 1 


Xn 


Ym 


A 


R 2 


BIS CO 

«D VI v tJ * 


DO 




7 R-J? 


g 


4-NH- 


-P-cp 3 




Do 


nr 


2.5 F 2 




4-KJI- 


-O-CFo 




60 


CJL 


2. S-P 0 


H 


4-NH- 


-O-CP3 

If 0 




81 
ui 


1 




g 


4-NH- 






62 


¥l3 


0 vt 0 

zs-? 2 


n 

a 




3 




CO 
Do 






g 


4-NH- 


ir d 




64 


wag 


2-C1 


H 


4-NH- 






bb 


CEg 


6 U 




4 lul 






oo 




2-ci, 6-? 


g 


4-NH- 




171-173 


67 




2-C1. 6-? 


2-CI 


4-NH- 


IK 3 


88-92 


68 




2-CI, 6-F 


2.6-C1, 


4-NH- 


it 3 


250-255 


69 




2-CI. 6-F 


H 


4-NH- 






70 




2-CI, 6-F 


H 


4-NH- 


^3 




71 


¥13 


2-C1.6-F 


H 


4-NH- 






72 


CHg 


2-SCHg 




4-NH- 


^3 





[0038] [0038] 
6] [Table 6] 
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R 1 










sua co 




Xn 


Ym 


A 


R 2 




73 


CB 3 


2-OCflg 


H 


4-*ra- 






74 


Cfl 3 


2,6-P 2 


3 


4-NH- 


1><* 3 




75 


CH 3 


2-C1. 6-F 


H 


4-NH- 






78 


Cfl 3 


2.6-P 2 


H 


4-NH- 


CK 
CI 




77 


CH 3 


2-C1.6-F 


H 


4-NH- 


Cl 

CL_ 

^3 




78 


Cfl 3 


2,6-P 2 


H 


4-NH- 




79 


CH 3 


2-C1. 6-F 


H 


4-NH- 






80 


CH 3 


2-C1. 6-F 


2-C1 


4-NH- 


c -b-cp 3 




81 


CH 3 


2.6-F 2 


H 


i-M- 






82 


CH 3 


2-C1.6-F 


H 


4-HH- 


CI*. 




83 


Cfl 3 


2,6-P 2 


H 


4-Nfl- 


-O" K0 2 




84 


CB, 


2-C1.6-F 


H 


4-tiH- 


-O-SCH3 




85 


CB 3 


2-Cl,6-F 


fl 


4-KH- 


-Q-SOCH3 




86 


Cfl 2 


2-C1.6-F 


H 


4-NH- 


-O"S02CB 3 




87 


CH 3 


2-C1. 6-F 


H 


4-NH- 


-O-SCP3 





(0039] [0039] 
[*7] [Table 7] 
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ft 
#^ 


R 1 


Xn 


Ym 


A 


R 2 




30 


ph 


£~vi, a r 


g 


4-ffH- 






BQ 

oa 


rn 
LU 3 


2-Cl 6-P 


g 


4-tJH- 






□n 


m 




g 


4-NH- 


-Q-NHCHa 




91 


CH 3 


2-CL 6-F 


H 


4-NH- 


m V im^ it 
-O-NHC2H5 




92 


CL 


2-C1. 6-F 


H 


4-NH- 






93 


CH. 

0 


2-C1, 6-F 


H 


4-NH- 








rti 
CH 3 


9 pi eg 


n 

a 




















95 


CH 3 


2.6-F 2 


H 


4-fiH- 
















CN 




96 


CH3 


2.6-F 2 


9 


4-HH- 














CN 




97 


CH 3 


2-C1, 6-F 


H 


4-NH- 








fH 


2-Cl, 6-F 


g 


4-NH- 






09 


CH3 


2.6-P 2 


H 


4-NH- 


-0-CF3 




IOC 


CH3 


2-Cl, 6-F 


e 


4-RH- 














CF, 




101 


CH3 


2-Cl. 6-f 


2-Cl 


4-NH- 


^3 


181-184 


105 


1 CH3 


2-Cl. 6-1 


' 2-Cl 


5-NH- 


-a 


66-70 



[0040] [ 004 °] 
8] f Table 81 
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its 


R 1 












ft 


Xn 


Ym 


A 


R 2 


















103 


3 


2-C1. &-F 


S 


3-NUXJ- 


™0CH 3 




104 


3 


2-C1.6-F 


H 


3-FKCHJ- 
s 






1C5 


3 


2-C1. 6-F 


H 


3-S(CBL)- 
3 


-P-CFj 




106 


o 


2-C1 


S 


4-N(CaJ- 






107 


GL 
3 


2-C1, 6-F 


H 


4-fi(CHJ- 






ins 

1VJQ 




2 fi-P 
4 o r 2 


g 








109 


CIL 
3 


2-C1. 6-F 


a 


4-*(caJ~ 


-^VCFo 

fr 3 




110 




2-C1, 6-F 


a 


4-H(CaJ- 






111 


3 


2-C1. 6-F 


H 


4-COH- 




111-114 


ll£ 


CH 3 


2-CF a 


tr 
a 








113 


CH 3 


2-C1. 6-F 


H 


4-CH2NH" 






114 


CH 3 


2.CF3 


£ 


4-CH^- 


Ci 

-O-ci 




115 


CH 3 


2-C1, 6-F 


a 


4-0^- 




116 


CH 3 


2-C1.6-F 


a 


4-^2^- 


-D-CF3 




117 


CH 3 


2-C1.6-F 


2-F 


4-CH2NS- 







[0041] [0041] 
9] [Table 9] 
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R 1 


Xn 


Ym 


A 


R 2 


■f* dp 20 ) 


118 


3 


2-C1. 6-F 


3-P 


4-CH^NH- 
u 


°VVcFq 
W 3 




119 
120 
121 


3 
3 
3 


2-C1.6-F 
2-U.6-F 
2-CL6-F 


2-C1 

H 
H 


4-CHJIH- 
Z 

4-CHoNH- 
Z 

4-CHnNH- 
& 


^Cl 

-(£ci 




122 


CH Q 

3 


2-C1.6-F 


I 


4-OUNH- 

L 


-O-CP3 




123 


0 


2-C1.6-F 


3 


4-<M- 

u 


-O-CH3 




124 


a 


2-C1.6-F 


2 




-Q-ci 




125 


CH, 

0 


2-CL 6-F 


H 


4-CHJfE- 

u 


-O-p 




126 




2-C1.6-F 


E 


4-ayra- 






127 


3 


2-C1. 6-F 


H 


4-CBJTC- 

z 


3 




128 


3 


2-C1.6-F 


E 


4-CBJJH- 
Z 






129 
130 


CH 3 
CH 3 


2-CL 6-F 
2-Cl,6-F 


H 
S 


4-NHCE2- 


F 


154-157 


131 


CH 3 


2-C1.6-F 


E 


4-NHCH2- 




157-162 


132 


CH 3 


2-C1.6-F 


2-C1 


4-NHCH2" 


-0-CF3 


1B0-163 



[0042] [0042] 
10] [Table 10] 
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R 1 


Xn 


Ym 


A 


R 2 




133 


^3 


2-C1, 5-F 


H 


4-NHEL- 


Wei 




134 


Cff 


2-C1. 5-F 


H 




3 






ra 


2-ci. 5-F 




3-CO- 






136 




2-CL 5-F 


H 


3-C0- 






137 




2-CI. 5-F 


H 


4-CO- 


-H 


97-102 


138 




2-CI, S-F 


3-C1 


4-CO- 


-5 




139 


Wig 


2-CI, 6-F 




4-CO- 






140 


™3 


2-CI, B-F 




4-C0- 


-O-ci 




141 

Kl 




u Kii, y r 








68-72 








2-CI 






233-234. 5 


143 




2-CI, S-F 


H 


3-NH00- 


-Q-CF3 


228. 5-231 


144 




2-CI. 5-F 


2-CI 


4-NHCO- 


-a 


81-86 


145 


°8 


2-CI, 6-F 


H 


4-NHCO- 


-H 


76-81 


146 


°8 


2-C1.B-F 


H 


4-NEC0- 






147 


°3 


2-CI, B-F 


H 


4-NHEO- 


^Cl 





[0043] [0043] 
[ail] [Table 11] 
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R 1 


Xn 


Ym 


A 


R 2 


CC) 
Sfcii 


148 


°3 


2-C1.6-F 


H 


4-NHC0- 


-Q 




149 


** 


2-C1. 6-F 


H 


4-NHC0- 


-Q-a 


186-189 


150 


°3 


2-C1. 6-F 


2-C1 


4-NHC0- 




222-225 


151 


°S 


2-C1, 6-P 


2-C1 


4-NHC0- 




81-86 


152 


™s 


2-C1 


I 


4-NHC0- 


\j 3 




ICO 

153 


^3 


Z-Cl, o-r 


H 


4-flHu)- 


c Vvcfq 


£U4 <SU3 


154 


°3 


2.6-F 2 


E 


4-NHC0- 


-0-CP3 




155 




2-C1 


H 


4-NHC0- 






156 




2-C1.6-F 


H 


4-NHC0- 




197-200 


157 


«l 


2.6-F 2 


fl 


4-ffHCO- 


-0^3 




luo 




6 LI 


tr 
u 




C3 v^ 




168 


°3 


2-C1.&-F 


H 




C ^>CF 3 




160 


°3 


2-C1 


S 








161 


°3 


2-C1.6-F 


E 


-hkch^co- 




221-222 


162 


°S 


2-C1. 6-F 


S 


^(CBgJCOCHj- 


-O-CF3 





[0044] [0044] 
& 12] [Table 12] 
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R 1 


Xn 


Si 


A 


R 2 


sua CC) 

u 


1G3 
164 


CHg 


2-C1.6-F 
2-C1.6-F 


H 
H 


4-N(CH 3 )C0CH 2 - 
4-N(CH 3 )C0CH 2 - 


CF 3 




165 




2-C1. 6-F 


a 


4-NH-C0CH2- 


-O-CF3 




166 




2-as-F 


H 


4-NH-C0CH,- 
2 






167 


OL 

3 


2-C1. 6-F 


E 


4-NH-COCL- 
2 


F >\. C F 3 




168 


CHg 


2-afr-F 


H 


4-NH-C0CH2- 


-Q-a 




169 




2-C1.6-F 


H 




-{ft 




170 




2-C1. 6-F 


E 


4-NH-COCH2- 


J? 

-Q-OCHg 




171 


OL 


2-C1.6-F 


a 


4-NH-C0CH2- 






172 




2-C1.6-F 


E 


4-NH-C0CGL- 

l 






173 


J 


2-C1. 6-F 


E 


4-NH-C0CB,- 


-O-CF3 




174 


CHg 


2-C1, 6-F 


E 


4-NH-C0CH2- 


-O-CB3 




175 


CH3 


2-C1.6-P 


E 


4-NH-C0CH2- 


-O-F 




176 


CH3 


2-C1.6-F 


E 


4-HH-C0CH2- 






177 


CHg 


2-C1.6-F 


a 


4-NH-C0CH2- 


-Q-0CH3 





[0045] [0045] 
[» 13] [Table 13] 
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its 


i 

R 








n 

R 






Xn 




A 




178 




2-C1. 6-P 


H 


4-CO-KH- 


^* 




179 


CIL 


2-C1. 6-? 


H 


4-CO-NE- 






180 




2-C1, 6*? 


H 


4-CO-NH- 


fr 3 




181 


CHo 

Wig 


2-C1, 6-? 


H 


4-CO-NH- 


-O 

IK 




1 89 
106 


rq 


£ U, O r 


D 

n 


^ Urnn 






183 




2-C1, 6-P 


2-C1 


4-C0-NH- 






184 


CH- 


2-C1, 6-P 


2-F 


4-CO-NH- 


a 

-/VcPo 




185 


(X 

UIg 


2-C1. 8-F 


3-F 


4-CO-NH- 


CL 




186 


CHg 


2-C1, 6-P 


H 


4-CO-NH- 


CI 

-O-ci 


161-166 


187 


UJg 


2-C1. 6-P 


H 


4-CO-NH- 


-fVCFo 
\V 3 




188 


LUg 


2-C1, 6-P 


H 


4-C0-NH- 






189 




2-C1. 6-P 


H 


4-CO-NH- 






190 


CH3 


2-C1, 6-P 


H 


4-CO-NH- 




99-104 


191 


CHg 


2-C1, 6-P 


H 


4-CO-NH- 






192 


CHg 


2-C1, 6-P 


H 


4-CO-NB- 


-O^ci 





[0046] [0046] 
im 14] [Table 14] 
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JP1996092224A 



1996-4-9 



It* 


R 1 


Xn 


Ym 


A 


R 2 


Wt. Ct) 

I) 


193 


0 


2-C1, 6-P 


H 


4-CO-NH- 


-/VOCFo 




194 


Ca 3 


2-C1, 6-P 


H 


4-GO-NH- 


-O-0C% 




195 


CBj 


2-C1. 6-F 


H 


4-CO-NH- 


-0 




196 


CH3 


2-C1, 6-P 


H 


4-0-CONfl- 


-CH3 


174-179 


197 
198 
199 
200 
201 
202 
203 


CH3 

CH 3 
CH3 

CH, 
3 

CH3 

CH* 
3 

CIL 


2-C1. 6-F 
2-C1, 6-F 
2-C1, 6-P 
2-C1, 6-F 
2-C1, 6-F 
2-C1, 6-F 
2-C1. 6-F 


H 

H 

a 

2-C1 

2- F 

3- F 
3 


4-0-CGNH- 
4-0-CONH- 
4-0- COT- 
4-0-CflNH- 
4-0-CONH- 
4-0-CCNH- 
4-0-CGKH- 


-0-CF 3 

-b-ci 

C -^>cr 3 

C -b-CF 3 
C ^3_CFo 




204 
205 


CH3 
CH3 


2-C1. 6-F 
2-C1, 6-P 


a 

H 


4-O-C0NH- 

4-0-cara- 


-oS 




206 


CH3 


2-C1, 6-F 


a 


4-0-0M- 






207 


CH3 


2-C1. 6-F 


R 


4-0-CONH- 


-Oh: (013)3 





[0047] [0047] 
im 15] [Table 15] 
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1996-4-9 





i 

R 


Xn 


Ym 


A 


«2 
R 


CO 


208 


CH 3 


2-C1, 6-P 


H 


4-0-OTH- 






209 


CH 3 


2-C1, 6-P 


H 


4-0-CONH- 






210 


CH 3 


2-C1. 6-P 


H 


4-0-CONH- 


-Q-ci 




211 




2-C1, 6-P 


H 


4-0-CONH- 






212 


CH 3 


2-C1. 6-P 


H 


4-0-CQNH- 


-O-0CF a 


138-140. S 


213 


CH 3 


2-C1, 6-P 


H 


4-0-COHH- 






214 




2-C1, 6-P 


H 


4-0-CONfl- 


-0 

CL 

-0-CF3 




215 




2-C1, 6-P 


2-C1 






216 




2-C1. 6-P 


2-F 


4-CH20-CONH- 


CI 




217 


CH3 


2-C1. 6-F 


3-F 


4-0^0-00^- 






218 


CH, 


2-C1, 6-P 


H 


4-CH 2 (KQNH- 






219 


CH3 


2-C1. 6-P 


a 


4-Cfl 2 0-C0NH- 






220 


CH3 


2-C1, 6-P 


H 


4-CH^O-CQNE- 


CI 

-0-CF3 




221 


CH3 


2-C1, 6-P 


a 


4-CH2O-CQNH- 






222 


CH3 


2-C1, 6-P 


H 


4-CH2O-CONK- 


^3 





[0048] [0048] 
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JP1996092224A 



its 
#^ 


R 1 


Xn 


Yin 


A 


R 2 


**** 

u 


223 


0 


2-C1. S-F 


H 


4-CH,,0-OTH- 


-<>Br 




224 


3 


2-C1, S-F 


H 


4-CH 2 0-C(M- 


-0~C(CH3>3 




225 




2-C1. B-F 


H 


4-CH 9 a-C0NH- 






226 


CHo 


2-C1. 6-F 


H 


4-CH 9 0-C0KH- 

6 






227 


j 


2-C1, 6-F 


a 


4-CH 2 0-C0NH- 


-Oci 




228 




2-C1, S-F 


H 


4^ 2 O-C0flfl- 






229 




2-C1. S-F 


£ 




-Q-0CF3 


149-154 


230 




2-C1, S-F 


H 


4-CHoO-COMH- 
L 






231 


wig 


2-C1. 5-F 


H 


4-CH 2 0-(XHCa- 


-0 




232 




2-C1, S-F 


n 

S 












2-C1 


H 


4-GLO-CONB- 






234 


°s 


2.6-F 2 


H 


4-Cfl 2 O-C0NH- 


-0-OCF3 




235 




2-0CH 3 


H 


4-CH 2 O-0ONH- 






236 


CE3 


2-C1. S-F 


H 


3-0-CO- 






237 




2-C1. S-F 


I 


3-0-00- 







[0049] [0049] 
IB. 17] [Table 17] 



Page 28 Paterra Instant MT Machine Translation 



r 
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1996-4-9 



4t£ 
® 


R 1 


Xn 


Ym 


A 


R 2 


4fctt 


238 




2-C1. 5-F 


H 


3-O-C0- 


-Q-OCF3 




239 




2-C1, 5-P 


2 


4-4-C0- 






240 




2-C1, 5-F 


H 


4-0-C0- 






241 


^ 


2-C1, 3-? 


H 


4-0-CO- 






242 


CH3 


2-C1, 5-? 


fl 


4-0- CO- 






243 




2-C1, 5-? 


2,6-Cl 2 


4-0-C0- 


CL_ 

-D-CF3 




244 


CH3 


2-C1. 3-F 


2-C1 


4-O-C0- 


-Q-CF3 




245 


CH3 


2-C1, S-? 


3. 5-Cl 2 


4-0-C0- 






246 


% 


2-C1, 5-F 


3-Br 


4-0-C0- 


CL 

-O-CF3 




247 




2<l 5-F 


3-CH3 


4-0-C0- 


CL 




248 


CB3 


2-C1, 3-? 


3-C1 


4-0-C0- 




47-52 


?AQ 
CAo 


m 


4.0 f 2 


0 r 




c -b-<* 3 




250 


°a 


2-C1, 3-P 


3-P 


4-0-C0- 






251 




2-C1. 5-F 


S-OCHg 


4-O-CO- 


^>CF3 




252 


°8 


2-C1. 3-? 


I 


4-0-C0- 




131-135 



[0050] [0050] 
[« 18] [Table 18] 
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JP1996092224A 





R 1 


Xn 


Ym 


A 


R 2 


mm (rv 20 ) 


253 




Z-Cl, 6-P 


2-QT 


4-0-CO- 






254 


% 


2-C1, 6-P 


& 


4-0- C0- 


-0-CF3 




255 


Ulg 


2-C1, 6-P 


2-C1 


4-0-CO- 






256 
257 


CHg 
CH3 


b-r 


u 
tt 

□ 
a 


A-A-ffi- 


\-v 0 


1. 5708 


258 






a 
a 


4-0-CO- 


-Q-OCH3 




ocn 


ro 

Ulg 


2-C1, 6-P 




4-O-C0- 


Van/ O 






UHg 


2-C1, 6-P 


2-SCL, 


4-0-CO- 






1C1 


CHg 


£ Vli 0 P 




4-O-C0- 


-O-CP3 




£0£ 


CHg 




3-Br 


4-O-C0- 


-0-CF3 






Cflg 


2-C1, 6-F 




4-0-C0- 






264 


CB3 


2-C1. 6-S 


H 


4-0-CQ- 


-0-CF3 




26£ 


, CHg 


2-C1, 6-i 


2-F 


4-O-O0- 






26( 


i CH3 


2-C1. 6-1 


» 2-F 


4-a-co- 


-O-ci 




26' 


r CH3 


2-C1, 6-1 


' 2-F 


4-0-CO- 


-Of 





[0051] [° 051 1 

[a i9i t Table l9 i 
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its 
to 
&n 


R ' 


Xn 


Ym 


A 


R 2 


lfc& CC) 

J®*r* (ojj 20 ) 


288 


CHg 


2-C1, S-F 


3-C1 


4-0-00- 


-OOCF3 




269 




2-C1, S-F 


3-F 


4-0-CO- 






270 


°s 


2-C1. 8-F 


H 


4-0-CO- 






271 


CHg 


2.6-F 2 


H 


4-0-C0- 


"O- 0CF 3 




272 


CH3 


2-C1. S-F 


2-F 


4-0-00- 






273 


CHg 


2-C1, S-F 


H 


4-0-C0- 


-0 




274 


** 


2-CL 5-F 


2-F 


5-0-CO- 


-0-0*5 




275 


CHg 


2-C1. B-F 


H 


4-^0-00- 


-CHg 


1. 5917 


276 


CHg 


2-CL 6-F 


3~C1 


4-CH20-C0- 


-CIg 




277 


CHg 


2-C1. 5-F 


H 








278 


CSg 


2-C1. S-F 


3-C1 


4-CByhCO- 


-p-a 






rrj 




n 
n 


A-PH rv_fA- 






280 


CH3 


2-C1, 8-F 


H 


4-CH2O-C0- 






281 




2-C1 


3-C1 


4-CH20-C0- 






282 


CHg 


2-C1. S-F 


3-C1 


4-OyKO- 




98-103 



[0052] [0052] 
[8 20] [Table 20] 
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its 

m 

&n 


R 1 


Xn 


Ym 


A 


R 2 


Sflr* dip 20 ) 


283 


CH 3 


2-C1, 6-P 


TT 

a 








284 


CH 3 


2-C1. 6-F 


3-C1 


i fit rt /Y\_ 


-O 




285 


CH 3 


2-C1 


H 


4-0^0-00- 






GOO 




2-M fi-F 










287 


CH 3 


i6-F 2 


H 


4-CH2Q-CO- 






288 


CH 3 




n 
a 




C VVCF 3 




289 


CH 


2-C1 


3-C1 




C ^CF3 






rn 


2-C1, 6-F 


3-C1 


4-CHoO-CO- 


C -Vvcfq 




291 


GL 
3 


2-C1. 6-F 


& 


4-CLO-CCh 






292 


3 


2-CL6-F 


H 


4-CO-CO- 

u 






293 




2-C1 


H 


4-CLO-CO- 


Vvcfq 




294 


CH 3 


2-C1. 6-F 


H 


4-0^0-00- 




112-116 


29E 


CH 3 


2,6-P 2 


H 


4-0^0-00- 


^>CF 3 




29* 


i CH 3 


2. 6-Cl 2 


S 


4-CH20-CO- 






29" 


r ch 3 


2-C1 


2-? 


4-0^0-0)- 







[0053] [° 053 1 
[*21] [Table 21] 
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its 

ft 


R 1 


Xa 


Ym 


A 


R 2 


Sffr* (nj, 20 ) 


298 


wig 


2-C1, 6-P 


2-F 


4-(X0-CO- 
2 


^3-CFg 




299 




2-C1 


3-C1 


4-CH o 0-C0- 
2 


^>^3 




300 


Wig 


2-C1. 6-F 


3-C1 


4-OLO-CO- 




105-110 


301 


QL 
3 


2-C1 


3-OCE, 


4-QL0-C0- 






302 


OL 


2-C1. 6-P 


3 


4-OLO-CO- 


^>CF 3 




303 


0 


2-C1 


H 


4-^0-0)- 






304 


GBU 


2-C1. 6-F 


H 


4-CL,0-CO- 


^CF 3 




JUD 






0 


4-QLQ-CO- 






306 


Wig 


2-C1. 6-P 


fl 


4-CELO-CO- 






OU f 




2-C1, 6-P 


H 




-&\ 




qnfl 


Nig 


2-C1, 6~F 




4-CH2O-CO- 






309 


°3 


2-C1. 6-P 


a 


4-O-C0CH 2 - 






310 




2-C1, 6-P 


H 


4-0-COOy 






311 


Qlg 


2-C1, 6-P 


a 


4-0-C0CH 2 - 






312 


CHg 


2-C1, 6-P 


2-F 


4-0-C0CH 2 - 







[0054] [0054] 
[*22] [Table 22] 



Page 33 Paterra Instant MT Machine Translation 
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ft 


R 1 


Xn 


Ym 


A 


R 2 


Jitt* dip 20 ) 


313 


CHg 


2-C1, 6-F 


3-F 




-<><*3 

CI 




314 


CHg 


2-C1, 6-F 


H 


4-O-COCH2- 




315 


CHg 


2-C1. 6-F 


u 
a 




^3 




316 




2-C1, 6-F 


H 








317 


CHg 


2-C1. 6-F 


H 


4-O-COCH2- 






318 


CHg 


2-C1, 6-F 


H 




No/ 




319 


CHg 


2-C1. 6-F 


H 


4-0-UH>n2~ 






320 


CHg 


2-C1, 6-F 


H 


4-0-C0CH2- 






321 


CHg 


2-C1, 6-F 


H 


j| A Pf\fTt 

4-<hC0tH2" 






322 


CHg 




g 

a 


4-0-roriL- 






323 


CHg 


2-C1, 6-F 


H 


4nrCOCfi2 - 






324 


(X 

J 


2-C1. 6-F 


H 


4-O-C0CH2- 


-OOCF3 




32S 


CHg 


2-a, 6-p 


H 


4-0-00^- 






32E 


CHg 


2-C1, 6-1 


H 


4-C0-0- 






321 


r CHg 


2-a. 6-i 


' H 


4-CO-C- 


-0-0* 





[0055] [° 055 1 
IB 23] [Table 23] 
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its 


R 1 


Xn 


Ym 


A 


R 2 


^ Ct) 


32B 


°a 


2-C1. 6-F 


H 


4-CO-O- 


-OOCH3 


154-159 


329 


CHg 


2-C1. 6-P 


H 


4-CM- 


-<>0CF 3 




330 


CH3 


2-C1. 6-? 


H 


4-C0-O- 


-Of 




331 


CH3 


2-C1, 6-F 


H 


4-C0-0- 






332 


CH3 


2-C1. 6-P 


H 


4-CO-O- 






333 


CHg 


2-C1, 6-P 


H 


4-C(H>- 


ci 




334 


CHg 


2-C1. 6-P 


H 


4-CO-fl- 






335 


CHg 


2-C1. 6-P 


H 


4-00-O- 


-0-CF 3 


142-145 


336 




2-C1. 6-P 


H 


4-CO-0- 


CI 




337 


CHg 


2-C1. 6-P 


2-F 


4-C0-0- 


CI 

-0-CF3 




338 


CHg 


2-C1, 6-P 


3-F 


4-C0-0- 


CI 




339 


CHg 


2-C1, 6-P 


2-C1 


4-C0-0- 






340 


CHg 


2-C1, 6-P 


H 


4-C0-0- 


-Q 




341 


CHg 


2-C1, 6-F 


H 


4-CO-O- 






342 


CHg 


2-C1.6-F 


H 


4-CQ-O- 


-0 





[0056] [0056] 
[S 24] [Table 24] 
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Xn 


Ym 


A 


R 2 


M& (X) 


343 


CHg 




n 
a 










^3 


L LI, □ r 


TJ 
a 


4-C0-O- 


-H 


224-227 


345 


CHg 


2-C1. 5-F 


H 


i_m_/\_ 




119-121 


346 


CHg 


2-C1. 8-P 


H 


4-C0-O- 


* 


139-143 


347 


°3 


*i CI C P 


a 




-/\-CFa 




34fi 


CHg 


2-C1, S-F 


H 


4*CH- 






349 
350 


CHg 
CHg 


2-C1, 8-F 
2-C1, S-F 


H 
H 


4-N=CI- 
4-fi-CE- 


_f\.n 




351 


CHg 


2-C1. 6-F 


H 


4-N=CH- 


-0-CF 3 


126-128 


352 


CHg 


2-C1. 8-F 


H 


4-N=CH- 


CL 
%■/ ^3 




35c 


CHg 




a 






150-152 


354 


CHg 


2-C1. 5-F 


H 


4-CH=N- 






3SE 


1 CHg 


2-C1, 8-F 


H 


4-CH-N- 






35* 


! CHg 


2-C1. 8-F 


1 H 


4-CH 2 0N=C(CH3)- 


- -O-CH3 




35- 


r CHg 


2-C1. 8-F 


f H 


4-ca 2 m-c(CH 3 )- 


- -0-C(CH 3 ) 3 





[0057] [0057] 
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its 

ft 


R 1 


Xn 


1m 


A 


R 2 


Sua cc> 

B*f* (n„ 20 ) 


35B 


^3 


2-C1, 6-? 


H 


A r*rr rat n /rn \ 

4-C3LOW=C CCHJ - 






359 


CH3 


Z-Cl, D-F 


H 








350 

jQl 


™3 


2-C1. 6-? 


B 

n 
D 


4-ch 2 09K(ch 3 )- 

4 uioUn-u \\jiLJ 


Wei 

W 

CL 

-A-ci 




352 


CH3 


2-C1. 6-? 


H 


4-CE2C« = CCCflJ- 




353 


Uttg 


2-C1, 6-? 




i_rff rw=f, (CM ) - 


-{J-OCB3 










A 




W 




355 




2-C1, 6-? 


H 




-/VcFq 




356 




2-C1.6-P 


H 


4-C^QH=C- 


-CJ-CH3 




3fi7 

JO t 


rn 


2-C1. 6-? 










QCD 
JDO 


rn 
^3 




n 

XI 




-O-F 




359 


CBg 


2-C1.6-F 


H 




-O-ci 


1.6155 


370 




2-Cl,6-P 


B 


A 

4-(^CN=£ 


0-CF3 




371 


CBg 


2-C1.6-P 


H 








372 


CBg 


2-C1, 6-? 


B 









[0058] [0058] 
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ft 


R 1 


Xn 


Yin 


A 


R 2 




373 




2-Cl, S-P 


2-P 


4-CH 2 01f=£ 


-Q-ci 




374 


CHg 


2-C1, 5-P 


3-P 


4-CH 2 0K=^- 






375 


CHg 


2-Cl. S-P 


2-CI 


4-CH«(HK- 

^ A 






376 


CHg 


2-Cl, 8-F 


3-C1 


4-06^^=^- 






377 


CHg 


2.6-F 2 


H 








378 




2-Cl, S-P 


H 




-O-ci 




379 




2.6-P 2 


H 


4-CH^C- 






380 




2-Cl. S-P 


H 


a-CH^C- 






381 




2.6-F 2 


H 


4-CH20K=C- 






382 


Via 


2-Cl, S-P 


H 


4-CH20N<- 






383 




2. 6-F„ 
2 


H 


4-(^GK=C- 






384 




2-Cl. 5-P 


H 




^-CPg 




385 


CHg 


2-CL 3-P 


B 


4-NHCOT- 


-0-OCP3 


221-225 


386 


CHg 


2-Cl. 8-P 


H 


4-NHCGNH- 


-0-CP3 


203.5-205 



*HB^^^^I±TlB©liiiii 1 fttbSl£& 12 

[0059] 
[ft 9] 



From below-mentioned production method 1 following to 
production method 12, it can produce the compound of this 
invention, but it is not something which is limited in this 
method. 

production method 1 
[0059] 

[Chemical Formula 9] 
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an 




[0060] 

(xC*.R 5 i±7;u*;ug£fdi7;u*;uST?S 

SS**irtcfcL^x-;i/*S*L. A, R\ R 2 . 
X, Y. m. tS&XS n l41IWBA:(ai:*i**«f o ) 

8fi£ i (caster. -tt3*cn]T?a**i*^ 



[0061] 

1,2-v{7DPI9> s ^PP^t^.o-y? 
v>^;U*M,A75h\ N,N-v**;U7Hzh75K 

[0062] 

*fc, sfEiajfjcD^fflafi. ant* -»acn] 
i.o~2.o 

[0063] 

SfEaaii o deg c fr&8tt«>aM«>iiia>& 



[0060] 

(In Formula, R^ shows optionally substitutable phenyl group 
with alkyl group or alkyl group,A. R 1 . R 2 . X, Y. m. and n 
show same meaning as description above. ) 

In production method I, under existing of benzo hydrazonoyl 
chloride derivative and Lewis acid which aredisplayed with 
General Formula {II }, it can acquire the compound of this 
invention which reactingin inert solvent, is displayed 
benzonitrile derivative which is displayed with General 
Formula {III } with General Formula {I }. 

[0061] 

If it is a solvent which does not obstruct reaction as solvent 
whichyou can use, it is good, for example diethyl ether, 
tetrahydrofuran. dioxane. diglyme or other ethers, 
benzene, toluene, nitrobenzene or other aromatic 
hydrocarbons, pentane. hexane. petroleum ether or other 
aliphatic hydrocarbons, dichloromethane. dichloroethane. 
chloroform, carbon tetrachloride. 1, 2- dichloroethane. 
chlorobenzene. o-dichlorobenzene or other halogenated 
hydrocarbons. N, N- dimethylformamide. N, N- 
dimethylacetamide or other amides, and it can use mixed 
solvent whichcombines solvent which is selected from these. 



[0062] 

It is possible to use aluminum bromide, aluminum chloride, 
ferric chloride, boron trifluoride. titanium tetrachloride etc, 
as Lewis acid which you use. 

In addition, as for amount used of reactant, compound which 
is shownwith General Formula {III } vis-a-vis compound 1 
mole which usually, is shown with the General Formula {II }, 
1.0 - 2.0 times mols, Lewis acid is 1.0 - 2.0 times mols. 

[0063] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 

reaction time differs depending upon compound but it can set 
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[0064] 

(Bull.Chem.Soc.Jpn)^ 56 H 545 H(1983 *P) 

[0065] 
iiii;£2 

Kft& 2 HtotCv], [vi], [vinL 

Cx]-ca**i«fl:*1ll4-««CiJ-c***i* 



[0066] 
[ft 10] 



betweenusually 30 min~5 hours. 
[0064] 

embodiment of this reaction is stated in for example Bulletin 
of the Chemical Society of Japan (Bulletin of the Chemical 
Society of Japan (0009 - 2673, BCSJA )) VoL56, p.545 
(1983). 

[0065] 

production method 2 

In production method 2, General Formula {V }, [VI ], 
{VIII }, compound which is displayed with{X } is the 
compound of this invention which is included in compound 
which is displayedwith General Formula {I } . 

[0066] 

[Chemical Formula 10] 




Yd 





01 



R 2 (CB 2 ) k -L CHI) 




In 



VVv^ 70 2 

CX3 Lfi 



.Ym 

CCH 2 )jf(HCE0 
CTI3 



[0067] 

**UR'.R\X. Y,j*k.nufc\tt/ n lijfflSE 

£3. 



[0067] 

(In Formula, L shows halogen atom* methane sulfonyloxy 
group or p- toluene sulfonyloxy group, R 6 shows alkyl group 
or cycloalkyl group, R 1 - R 2 » X, Y, j\ k. nu and n show 
same meaningas description above. ) 

With step A of production method 2, the compound of this 
invention which is displayed compound of General Formula 
{IV } with General Formula {V } by reacting with reductant 
in the solvent, can be acquired. 
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[0068] 

mmt % tut* ml **fc«x*y-^4ifa> 

[0069] 



[0070] 

Sf£SJtl± o deg c fr&i£tt©36j£<DfiiJ(Dfli 

*fl>a**ttlE"C*4tf: 0 deg C~50 deg C "C 

SfcBWfll* 30 #~8 B#M©IBT?fc*. 
[0071] 

x« b (cfc^riis acv)-e«*<i6ft*«j* 



[0072] 

*iU5JHk»0*H*l*-**CV]-C»4ti* 
it^m 1 ^HC»L. 1.0-50 fttf»*Ll^. 



[0073] 

BLZS&lt 0 deg C frt>M1&<Dm&<D®<D& 
«»a4T?ft«4«.40 deg 0-*jft(DIB*<#* 

[0074] 



[0075] 
[0076] 



[0068] 

tin, iron or other metals* tin (I ) chloride or other metal salt 
etc can use reductant. 

hydrochloric acid, acetic acid, water or ethanol or other 
alcohols can use solvent. 

[0069] 

As for quantity of reductant, 1 .0 - 10 times are 
desirablevis-a-vis compound 1 mole of General Formula 
{IV }. 

[0070] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C, but it is desirable to 
do with 0 deg O50 deg C. 

reaction time is between 30 min~8-hour. 

[0071] 

Regarding step B, the compound of this invention which is 
displayed compound which isdisplayed with Formula [V ] 
with type [VI ] by reacting with the formylation agent can be 
acquired. 

formylation agent can use for example formic acid. 



[0072] 

As for amount used of formylation agent 1 .0 - 50 times are 
desirable vis-a-vis compound I mole which is displayed with 
General Formula {V } . 

[0073] 

reaction temperature is temperature of option between boiling 
point of solvent from 0 deg C, but between of 40 deg 
Oboiling point is desirable. 

[0074] 

With step C, General Formula {V } or the compound of this 
invention which is displayed compound which is displayed 
with General Formula [VI ] and compound which is 
displayedwith General Formula {VII } with General Formula 
{VTII } by reacting under existing of the base and in inert 
solvent, is obtained, it is dense 

[0075] 

You can list sodium hydride % sodium hydroxide , potassium 
hydroxide, sodium carbonate, potassium carbonate or 
other inorganic base, potassium t- butoxide or other alkali 
metal alkoxide etc as base which can be usedhere. 



[0076] 
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3?#««ft**H,Th5tKP^>. 1,4-vt 
□a7fc;uA* i,2-v^aax^>^(7)/\ny>^(b 

«flS**S* N,N-v***;UA75K* N,N-v> 
*JU7-feh75K*0>73KflL v^l/zUU** 

[0077] 

sissgii o deg c 36^»aa>3»«a>iB'c?ff 

*Tffc*A<, »*L<li 50 deg C fr&*tt0>a 
[0078] 

XS D Vlt, -*aCVffl]T?«**l*ft**fc 
[0079] 

A. TKlHbrt'JO A* MM-HJ^A* *«<b-J- 
tert-33 F h+vKH(Z)7;b* , J*JB7;H3+vKI| 

[0080] 

y— jn?a>7JU3— *>ir>* Hux>if 
03r#**Mb*»a.Tl*5tKa75>. 1,4-v 
**+*-:/* 1,2-v^K*vX^>^(7DX-t-;u 
g % >7aa;tx/uA* i,2-v^anx^>H(D/\P 
*:/fcftflS**SL N,N-v*^;U*;i,A7£K* 
N f N-5?/WU7-bh73K»©75K«, 

[008 i] 

gj&san* o deg c *&*ita>ad®n0ft 

[0082] 

S!2;£ 3 ic»^r,~*acv).cxn3.cxin] 



aromatic hydrocarbons* tetrahydrofuran* 1,4- dioxane* 1, 2- 
dimethoxyethane or other ethers * chloroform* 
l,2Ddichloroethane or other halogenated hydrocarbons* N, 
N- di methylformamide* N, N- dimethylacetamide or other 
amides* dimethyl sulfoxide or other sulfoxide* of 
methanol* ethanol or other alcohols* benzene* toluene 
and mixed solvent which combines solvent which isselected 
from these can be used as solvent which can be used here. 



[0077] 

reaction temperature from 0 deg C is option between boiling 
point of solvent,but it is a boiling point of solvent from 
preferably 50 deg C. 

reaction time is option between 1 hour~4 0 hour. 
[0078] 

With step D, the compound of this invention which is 
displayed compound which isdisplayed with General Formula 
{ VIII } and compound which is displayed with the General 
Formula {IX } with General Formula {X } by reacting under 
existing of base andin inert solvent, can be acquired. 

[0079] 

You can list sodium hydroxide* potassium hydroxide* 
sodium carbonate* sodium hydride* potassium carbonate or 
other inorganic base* potassium t- butoxide or other alkali 
metal alkoxide etc as base which can be usedhere. 



[0080] 

methanol* ethanol or other alcohols* benzene* toluene or 
other aromatic hydrocarbons* tetrahydrofuran* 1, 4- 
dioxane* 1, 2- dimethoxyethane or other ethers* 
chloroform* 1, 2- dichloroethane or other halogenated 
hydrocarbons* N, N- dimethylformamide* N, N- 
dimethylacetamide or other amides* dimethyl sulfoxide or 
other sulfoxide* and mixed solvent which combines solvent 
which is selectedfrom these can be used as solvent which can 
be used here. 

[0081] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 

reaction time is option between 1 hour~4 0 hour. 

[0082] 

production method 3 

In production method 3, General Formula {V }, {XII }, 
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[0083] 

lit 11] 

t (CH 2 ) j NH 2 




ISA 



V4! 



R 2 -(CH 2 ) k -C-Z 

cxn 




.Yd 



^(CHg^NHCHgCCH^-R 2 
(HID 




compound which is displayed with the {XIII } is the 
compound of this invention which is included in compound 
which is displayed with General Formula {I }. 

[0083] 

[Chemical Formula 1 1] 



[0084] 

S£tfU R 1 * R 2 . X. Y. j . k. m fecktf n liffifE 

*y . -SSjCCxn]T**$ti***0^1b^^^ 

[0085] 

ZZVmmvg&m&kLXlts HJX*;U75 
>. fcf'Jv>. 4-N,N-5?^*7S^e«JS?^»«> 

I?. Mtt-MJ^A % ft»*»J*A* TKSHb^h 
U^AWOiMWiat.iJiJ^A tert-^Mri/K 

[0086] 

x^;u>rh>l?(D^h>a, BK^^. W®x 
f^f^iXf;i/g, *:>-(?:/. h)l,Xl,m (7)5? 

HcDx-xJi/S. ?na*;uA. 1,2-5?$ n ax 



[0084] 

(In Formula, halogen atom or 1 -imidazolyl group it shows Z, 
R ! ,R 2 ,X,Yo.t m and n shows same meaning as 
description above. ) 

With step A of production method 3, the compound of this 
invention which is displayed compound which is displayed 
with General Formula {V } and compound which is 
displayedwith General Formula {XI } with General Formula 
{XII } by reacting under existing of the base and in inert 
solvent, can be acquired. 

[0085] 

You can list, sodium carbonate, potassium carbonate, 
sodium hydride or other inorganic base, potassium t- 
butoxide or other metal alkoxide etc such as triethylamine s 
pyridine, 4- N, N- dimethylamino pyridine or other organic 
base, sodium hydroxide, potassium hydroxide as base 
which can be usedhere. 

[0086] 

acetone, methylethyl ketone or other ketones, methyl 
acetate, ethylacetate or other esters, benzene, toluene or 
other aromatic hydrocarbons, diethyl ether, 
tetrahydrofuran. 1, 4- dioxane. 1, 2- dimethoxyethane or 
other ethers, chloroform. 1 , 2- dichloroethane or other 
halogenated hydrocarbons. N, N- dimethylformamide. N, N- 
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[0087] 

££££14 o deg c *&»nta>ai&a)ffl(D& 
sis&isite 30 »~4o B#p B w B refS5re#&o 

[0088] 

xfi b -ett, -**cxn]"e«**i*ft*** 

[0089] 

KfS&Jtl* 0 deg C fr&3Ka>£Aa>ffla!>& 
K©si**»SE-e*«A<»»*L<l* 0 deg 
C~50degCt?frOc 

££ftlSH* 30 #-20 RtM0H-eB*-e*«. 

[0090] 

««*4 icasi^c, -*a[v]*sj:tftxv]T?« 
StvSftl 

**j|l4*#6Wft**T!fc*. 



[0091] 
[ft 12] 



VJi 



dimethylacetamide or other amides* dimethyl sulfoxide or 
other sulfoxide and mixed solvent which combines solvent 
which is seiectedfrom these can be used as solvent which can 
be used here. 



[0087] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 

It can set reaction time between 30 min~4 0 hour. 

[0088] 

With step B, when compound which is displayed with 
General Formula {XII } in inert solvent, reductant it operates 
the compound of this invention which is displayed with the 
General Formula {XIII } by can be acquired. 

lithium aluminum hydride or other metal hydrogenation 
product is used as reductant which can be used here but it 
ispossible. 

diethyl ether* tetrahydrofuran or other ethers can be used as 
solvent which can be used here. 

[0089] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C, but it does with 
preferably 0 deg C~50 deg C. 

It can set reaction time between 30 min~2 0 hour. 

[0090] 

production method 4 

In production method 4, General Formula {V } and 
compound which is displayed with the {XV } is the compound 
of this invention which is included in compound which is 
displayed with General Formula {I }. 

[0091] 

[Chemical Formula 12] 




(Cfl 2 )jNH 2 



m 



Mr" 1 , 




RS-CCH^-CHO 

am 



(CH 2 ) j H=Ce(CH 2 ) |t -R^ 



CXV) 
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[0092] 

(a+.R l .R 2 .X.Y,j.k,m &&tf n ttHmt 

mcn&£ mto ) 

t-macxiv]-ca4*i*ft***iWi*a);u 

[0093] 

>* ttibSft. =7^b*^*. o-K/xju* 

[0094] 

c^-cfiiffl^s^jgtLrii. **/-/u, x* 
/— <7)7;ua— ;u£L -<>•*?>. mux>$ 
©3r»*«ft**H» rh5tKa77>. 1,4-v 

[0095] 

stsssit o deg c fre>mmo)%&<ws\(j)& 

£l£Bf Fall* 1 B*NM0 *na>Hh*tt&'e&«. 

[0096] 
Sig2*5 

4**Wb£*rc*S. 

[0097] 
[ft 13] 



on) 




[XVII] 



!t— IT* 1 , 




[0092] 

(In Formula, R l , R 2 * X. Y* j* k* m and n shows same 
meaning as description above. ) 

the compound of this invention of General Formula {XV } 
can be acquired compound which is displayedwith General 
Formula {V } in production method 4 and compound which is 
displayed with General Formula {XIV } by reacting with 
under existing of Lewis acid of the catalyst amount, in or 
solventless solvent. 

[0093] 

You can list titanium tetrachloride* zinc chloride, boron 
trifluoride* benzenesulfonic acid* putoluene sulfonic acid 
etc as Lewis acid which can be used here. 

[0094] 

methanol* ethanol or other alcohols* benzene* toluene or 
other aromatic hydrocarbons* tetrahydrofuran* 1, 4- 
dioxane* 1, 2- dimethoxyethane or other ethers and mixed 
solvent which combines solvent which is selectedfrom these 
can be used as solvent which can be used here. 



[0095] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 

It can set reaction time between 1 hour-4 0 hour. 

[0096] 

production method 5 

In production method 5, compound which is displayed with 
General Formula {XVIII } is the the compound of this 
invention which is included in compound which is displayed 
with General Formula {I }. 

[0097] 

[Chemical Formula 13] 



(CH 2 ) 3 -(H:-(ai2\-R 2 



cm in 



[0098] 

(5t4>* R 1 * R 2 * X* Y* Z* j* k* mfccfctfn 



[0098] 

(In Formula, R 1 * R 2 * X* Y* Z* j * k* m and n shows same 
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>, tf'J v>, 4-N,N-v>^;U75/e'J V>3?<D 
KH^KI^A* ft»*U^A. *aHt+HJ-5 

[0099] 

x^;i,>!rh>3|<D^K/&g,^:>-tf>, h;ux 

Th%Kn75>* l,4.2/***>. l,2-v*Mr 
yi^> v^7^Af0x-fJLS % If 

PKx^juH(7)xxt;uS. £aci7tx;ui^ 
i,2-S?^aax4r>*©/\a^>ftjftft**«. 

75K*<»75K». 5?**;UXJM**5/K*<D 
[0100] 

StSSSl* 0 deg C fr&£4K®3kjA0>RI!0& 
££8#f 0 1li 1 »B^&40»IB0)IBTf»Slf# 

So 

[0101] 



[0102] 
[fc 14] 



meaning as description above. ) 

With production method 5, the compound of this invention 
which is displayed compound which isdisplayed with General 
Formula {XVI } and compound which is displayed with the 
General Formula {XVII } with General Formula {XVIII } by 
reacting under existing of base andin inert solvent, can be 
acquired. 

You can list triethylamine, pyridine, 4-N, N- 
dimethylamino pyridine or other organic base, sodium 
hydroxide, potassium hydroxide * sodium carbonate, 
potassium carbonate, sodium hydride or other inorganic 
base etc as base which can be used here. 

[0099] 

acetone, methylethyl ketone or other ketones and benzene, 
toluene or other aromatic hydrocarbons, diethyl ether, 
tetrahydroruran, 1, 4- dioxane, 1, 2- dimethoxyethane, 
diglyme or other ethers, methyl acetate, ethylacetate or 
other esters, chloroform, 1, 2- dichloroethane or other 
halogenated hydrocarbons, N, N- dimethylformamide, N, N- 
dimethylacetamide or other amides, dimethyl sulfoxide or 
other sulfoxide and mixed solvent which combines solvent 
whichis selected from these can be used as solvent which can 
be usedhere. 



[0100] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 

From 1 hour it can set reaction time between 40 hour. 



[0101] 

production method 6 

In production method 6, compound which is displayed with 
General Formula {XX } is the the compound of this invention 
which is included in compound which is displayed with 
General Formula {I }. 

[0102] 

[Chemical Formula 14] 
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cxvn * 




II _ 2 



(CH 2 )j.-(H:-NH(CH 2 ) k -R' 



[0103] 

(S*. R l * R 2 s X, Y* j* k* m fc\fctf n ttWEt 

6 -ei*-»acxvi]-c?»s*i«ft**fc 
y* -«3tcxx3-e»**i***wft***# 

*l* J£a*tLTI*MJx^;i,73>. tf'Jv>* it 
[0104] 

h*5/x*>l|<Dx--f /US* *>Vuu**Z/ % 0 
QQ*)\,A%f<D/\Q7^it$lfcmm. 7irh>* 

[0105] 

SfSSJStt 0 deg C J&*SiStt<D5*/Sa>HI<Dft 

[0106] 

Sii5£7 

»&& 7 fcfit\T,-**Cxxni]T»***i* 

[0107] 



[0103] 

(In Formula, R 1 * R 2 * X* Y* j * k* m and n shows same 
meaning as description above. ) 

With production method 6 the compound of this invention 
which is displayed compound which isdisplayed with General 
Formula {XVI } and compound which is displayed with the 
General Formula {XIX } with General Formula {XX } by 
reacting with under catalyst absence or under acid or base 
existing of catalyst amount, in or solventless inert solvent, can 
beacquired. 

You can list hydrochloric acids aluminum chloride, boron 
trifluoride etherate etc as acid which can be used here, youcan 
list triethylamine* pyridine * sodium acetate etc as base. 



[0104] 

benzene* toluene or other aromatic hydrocarbons* diethyl 
ether* tetrahydrofuran* 1, 4- dioxane* 1, 2- dimethoxyethane 
or other ethers* dichloromethane* chloroform or other 
hydrocarbon halide and acetone* methylethyl ketone or other 
ketones* methyl acetate* ethylacetate or other esters and 
mixed solvent which combines solvent whichis selected from 
these can be used as solvent which can be usedhere. 



[0105] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 

It can set reaction time between 1 hour~4 0 hour. 

[0106] 

production method 7 

In production method 7, compound which is displayed with 
General Formula {XXIII } being a the compound of this 
invention which is included in compound which is displayed 
with General Formula {I } it is 

[0107] 
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[Chemical Formula 15] 
,4 



CHI] 



cxiim 



anii) 




[0108] 

(SC4», R 1 , R 3 , R 4 , X, Y, L, Q, Q' , k, m, n 

t-*«Cxxn]-ca$*i5ft^****a)# 
-*acxxni]T»a-fr**«wft*»*»-5c 



[0109] 

tert-^h+i/KI|(»7;U*'J^Jl7;U=l^rvKS 
[OHO] 

Th7tKn7 : 7>s l,4-v^-^>. l,2-v/h* 

PKx^uwojxxt^S, £on;M/A, 

N,N-v^;U*JUA75K,N,N-v>?';U7-teh 
75K3|0)75Kg, v^;UX;U**vK§?<D 

So 

[Olll] 

KJ£;£Hli 0 deg C frl>®t&<D%&<Dffl<J)& 

sfssf Fail* 1 1$ r B i^b 40 mnawmiB£%.*£ 

So 

[0112] 



[0108] 

(In Formula, R 1 , R 3 , R 4 , X, Y, L, Q, Q&apos;, k, m, n 
and p show same meaning asdescription above. ) 

With production method 7, the compound of this invention 
which displays compound which is displayedwith General 
Formula {XXI } and compound which is displayed with 
General Formula {XXII }with General Formula {XXIII } by 
reacting under existing of base and in the inert solvent, can be 
acquired. 

[0109] 

You can list sodium hydroxide, potassium hydroxide, 
sodium carbonate, potassium carbonate, sodium hydride or 
other inorganic base, potassium t- butoxide or other alkali 
metal alkoxides etc as base which can be usedhere. 



[0110] 

acetone, methylethyl ketone or other ketones and benzene, 
toluene or other aromatic hydrocarbons, diethyl ether, 
tetrahydrofuran, 1, 4- dioxane, 1, 2- dimethoxyethane, 
diglyme or other ethers, methyl acetate, ethylacetate or 
other esters, chloroform, 1, 2- dichloroethane or other 
halogenated hydrocarbons, N, N- dimethylformamide, N, N- 
dimethylacetamide or other amides, dimethyl sulfoxide or 
other sulfoxide and mixed solvent which combines solvent 
whichis selected from these can be used as solvent which can 
be usedhere. 



[0111] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 

From 1 hour it can set reaction time between 40 hour. 



[0112] 
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;4 8 



[0113] 

ut i6] 




HCH 2 )jCH 2 0H 



production method 8 

compound which is displayed with General Formula {XXV } 
in production method 8 is the the compound of this invention 
which is included in compound which is displayed with 
General Formula {I }. 

[0113] 

[Chemical Formula 16] 



(CH^-CH 



0 



[0114] 

(xC^ R\ X, Y, j. m fc<fctf n ItmtitmCM 



8 ^l*-ISxe[XXlv]T*«$*i<&lb£ti 
m\tt^t\zM^ -figstxxvj-c^ti 

[0115] 
[0116] 

sag* 9 dfci^T-asacxxvifcjtt/ 



[0117] 
[it 17] 



[0114] 

(In Formula, R l » X * Y * j » m and n shows same meaning as 
description above. ) 

the compound of this invention which is displayed with 
General Formula {XXV } with production method 8 by the 
oxidation doing compound which is displayed with General 
Formula {XXIV }, can beacquired. 

[0115] 

Method of using pyridinium chlorochromate* pyridinium 
dichromate or other chromate as method of oxidation which 
islifted here. Method of using manganese dioxide. You can 
list method etc which uses dimethyl sulfoxide which is 
representedin Swan oxidation. 

[0116] 

production method 9 

General Formula {XXV } and compound which is displayed 
with {XXVII } is the compound of this invention which is 
included in compound which is displayed with General 
Formula {I } in production method 9. 

[0117] 

[Chemical Formula 17] 
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[xxv] own 




(CH 2 ) j CH=N(CH 2 ) k -R z 



(XXVII) 



[0118] 

(SC** r\ r\ x, Y, k. j* m. n l*l»Et 

ft»t-«acxxvi]-e*s*i*ft***tt« 

T»fiJC*i**^i:irJ:y, -«5tCXXVIIJT**$ 



[0119] 
[0120] 

zcTMtffl^waMiiL-ctt, t^s-nts x$ 

l,2-S/>h*5/x^>*a)x— r;u» 

[0121] 

KlS;SJt(i 0 deg C frf>£ft®ftja®mo>tt 

sftttmi* i rhho «ia©iB-e»s-c#4o 

[0122] 

Wfttt io 

s&$ io icjs^r-macxn] J3<bi; 



[0123] 
[1b 18] 



[0118] 

(In Formula, R 1 , R 2 . X, Y, k* j . m % and n show same 
meaning asdescription above. ) 

the compound of this invention which is displayed compound 
which is displayed with the General Formula {XXV } in 
production method 9 and compound which is displayed with 
General Formula {XXVI } with General Formula {XXVII } 
by reacting with under Lewis acid existing of the catalyst 
amount, in or solventless solvent, can be acquired. 

[0119]. 

You can list titanium tetrachloride, zinc chloride, boron 
trifluoride, benzenesulfonic acid* pD toluene sulfonic acid 
etc as Lewis acid which can be used here. 

[0120] 

methanol* ethanol or other alcohols, benzene* toluene or 
other aromatic hydrocarbons, tetrahydrofuran, 1, 4- 
dioxane, 1, 2- dimethoxyethane or other ethers and mixed 
solvent which combines solvent which is selectedfrom these 
can be used as solvent which can be used here. 

[0121] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 

It can set reaction time between 1 hour~4 0 hour. 

[0122] 

production method 10 

General Formula {XII } and compound which is displayed 
with {XXVIII } is the compound of this invention which is 
included in compound which is displayed with General 
Formula {I } in production method 10. 

[0123] 

[Chemical Formula 18] 
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am u I 2k 




| R 3 -L (IX) 



}1 



cmnn ^ 




[0124] 

(^4^R^R\R\X*Y.L.k.j.m. fccfctf n 



[0125] 

A* TKiUb^J^A. gtil^KI^A. *mit+ 
HJ^7A* j*II;rjU^AlS<Z)»$££* *)U^A 

[0126] 

zzr^fflr^^iS^^LTtt, **/-;u* x* 

^^S^^Tk^li.T^tKn^^. 1,4- v 
l,2-v>h*yi^i(»i-f^ 
3S S ^dcj*/ua. i,2-v<7aax^i/^(D/\a 

[0127] 

SJESgli 0 deg C ^b^fliM^CDfi 
[0128] 

sait& 11 



[0124] 

(In Formula, R' % R 2 , R 6 * X. Y. L* k. j* m. and n show 
same meaning asdescription above. ) 

the compound of this invention which is displayed compound 
which is displayed with the General Formula {XII } in 
production method 10 and compound which is displayed with 
General Formula {IX } with General Formula {XXVIII } by 
reacting under existing of base and in inert solvent, can be 
acquired. 

[0125] 

You can list sodium hydroxide, potassium hydroxide* 
sodium carbonate * sodium hydride * potassium carbonate or 
other inorganic base* potassium t- butoxide or other alkali 
metal alkoxide etc as base which can be usedhere. 



[0126] 

methanol* ethanol or other alcohols * benzene . toluene or 
other aromatic hydrocarbons. tetrahydrofuran. 1 , 4- 
dioxaney 1, 2- dimethoxyethane or other ethers* 
chloroform* 1, 2- dichloroethane or other halogenated 
hydrocarbons. N, N- dimethylformamide. N, N- 
dimethylacetamide or other amides* dimethyl sulfoxide or 
other sulfoxide, and mixed solvent which combines solvent 
which is selectedfrom these can be used as solvent which can 
be used here. 

[0127] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 

reaction time can set between 1 hour~4 0 hour. 

[0128] 

production method 1 1 

In production method 1 1, General Formula {V } and 
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[0129] 

lit 19] 




.Yn 



^(CH,) 



cxxix) 



R2-(CH 2 ) k NCO 
[XIX] 




.Yn 



compound which is displayed with the{XXIX } is the 
compound of this invention which is included in compound 
which is displayed with General Formula {I }. 

[0129] 

[Chemical Formula 19] 



-»2 



(CH 2 )j- NH-C-NH(CH 2 ) k -R' 



[0130] 

(i^.R'.R^X.Y.j.k.m n ItmBt 

-ttsccxix]-cfa**i*ft***«j«*ffa 



[0131] 

b**>x$>i?0>x-f-;i/8. i/?pp>$>. * 
pp^;uAH<7)/\Ptf>^bK7K^S. 7-trK/. 

PKxT;m<DX7.T-;USfc<feU : ^HbA^bji 
[0132] 

0 deg C ^bj$^©3&j£(Bf!Sl<Dff 

[0133] 

12 



[0130] 

(In Formula, R 1 . R 2 . X. Y. j . k. m and n shows same 
meaning as description above. ) 

With production method 1 1 the compound of this invention 
which is displayed compound which isdisplayed with General 
Formula {V } and compound which is displayed with the 
General Formula {XIX } with General Formula {XXIX } by 
reacting with under catalyst absence or under acid or base 
existing of catalyst amount, in or solventless inert solvent, can 
beacquired. 

You can list hydrochloric acid, aluminum chloride, boron 
trifluoride etherate etc as acid which can be used here, youcan 
listtriethylamine. pyridine, sodium acetate etc as base. 

[0131] 

benzene, toluene or other aromatic hydrocarbons, diethyl 
ether, tetrahydrofuran. 1, 4- dioxane. 1, 2- dimethoxyethane 
or other ethers . dichloromethane . chloroform or other 
hydrocarbon halide and acetone, methylethyl ketone or other 
ketones, methyl acetate, ethylacetate or other esters and 
mixed solvent which combines solvent whichis selected from 
these can be used as solvent which can be usedhere. 



[0132] 

reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 

reaction time is option between 1 hour~4 0 hour. 
[0133] 

production method 12 
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12 Kfc^T, -*aCXXX]-(?a**l4 



[0134] 
[ft 20] 




am 



In production method 12, compound which is displayed with 
General Formula {XXX } being a the compound of this 
invention which is included in compound which is displayed 
with General Formula {I } it is 

[0134] 

[Chemical Formula 20] 



[0135] [0135] 

R 1 , R 2 , X. Y, L, k, m <fcl£ n HMtit (In Formula, R 1 , R 2 , X. Y, L, k, m and n shows same 
faiCWM&TF'T ° ) meaning as description above. ) 



[0136] 

<5A, **fc7HJOfc*<D*«**» *'J*A 
[0137] 

f-h7tKP-77>. l,4-v**+r>, l,2-v*h* 
5?>*MWA75K. y>f-;i/7-trH75Klfffl 

[0138] 

£j£;SJtli 0 deg C fr&gJta>»A0m®ff 



With production method 12, the compound of this invention 
which displays compound which is displayedwith General 
Formula {XXI } and compound which is displayed with 
General Formula {XXVI }with General Formula {XXX } by 
reacting under existing of base and in the inert solvent, can be 
acquired. 

[0136] 

You can list sodium hydroxide, potassium hydroxide, 
sodium carbonate, potassium carbonate, sodium hydride or 
other inorganic base, potassium t- butoxide or other alkali 
metal alkoxides etc as base which can be usedhere. 



acetone , methylethyl ketone or other ketones and benzene , 
toluene or other aromatic hydrocarbons, diethyl ether, 
tetrahydrofuran, 1,4- dioxane, t, 2- dimethoxyethane, 
diglyme or other ethers, methyl acetate, ethylacetate or 
other esters, chloroform, 1, 2- dichloroethane or other 
halogenated hydrocarbons, dimethylformamide, 
dimethylacetamide or other amides, dimethyl sulfoxide or 
other sulfoxide and mixed solvent which combines solvent 
whichis selected from these can be used as solvent which can 
be usedhere. 



reaction temperature can set temperature of option between 
boiling point of the solvent from 0 deg C. 



[0136] 



[0137 



[0138] 
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[0139] 

WBM i 5-(4-75/7i-;i.)-3-(2-^na-6-7;u 

ta7i;jb)-l-^f ;i/-lH-l,2,4-h'J7V— ;u 
(<b£$lS^ 24)<DiJjt 

36%&lg& 35ml (=*fc*-XXZ*fnft 
(25.0g)£flO;L. S±l=»*r**TfSjaTf«» 

c<Da**icaiffTaa-c 3-(2-?pa-6-?;u 

;J- □ 7 x - ;U > -5-(4- -hQ7i- 
;U)-lH-l,2,4-h'J7 x y-;U(11.5g)Sttljl.S/'aT? 
7 B#IM«#Lfc. 

(S;"E**5S*4>«t, ItKx^ju 300ml £iQ*. 

fee 

$sau ?*ftftiattjesa)gMia(io.4g. ma 

173.0-176.0 deg C)£t#f-o 



1996-4-9 

From 1 hour it can set reaction time between 40 hour. 
[0139] 

[Working Exampie(s)] 

Listing execution example next, you explain production 
method and formulation methods application of the 
compound of this invention concretely. 

Production Example 1 5- (4 -amino phenyl ) - 3 - (2 
-chloro-6-fluorophenyl ) - 1 -methyl- 1H- 1,2, 4- triazole 
production of (compound number 24 ) 

Until it melts in 36% concentrated hydrochloric acid 35 ml 
completely including tin (I ) chloride dihydrate (25.0 g ), it 
agitated with room temperature. 

In this mixture under agitating with room temperature 7 hours 
it agitated with room temperature 3 - (2 
-chloro-6-fluorophenyl ) - 1 -methyl-5- (4 -nitrophenyl ) - 
including i H-1,2. 4- triazole (1 1.5 g ). 

After reaction termination, reaction mixture was neutralized 
with 10% sodium hydroxide water solution,ethylacetate 300 
mi was added. 

water wash it did organic layer and dried with anhydrous 
sodium sulfate, under vacuum concentrated. 

residue recrystallization was done from mixed solvent of 
ethylacetate-hexane, object compound ( 1 0.4 g % melting point 
173.0-176.0 deg C )of pale yellow granular crystal was 
acquired. 



NMRx—* (60MHz, CDC\3%t& % 69.) 



nmr data (60 MHz. CDCKSB>3</SB> solvents ;de value ) 



3. 97 










(2hU 


.s) 






3.97 


2H. 


s) 


4. 00 










(3H. 


.s) 






4.00 


3H, 


s) 


6. OO 




7 




50 


(7HU 


. m) 






6.00 


7 


50 


7H» 


m) 



[0140] ~ [0140] 

fiiftffll 2 3-(2-^CJ P-6-7/U:t P7iH/l/)-5-(4- Production Example 2 3- (2 -chloro-6-fluorophenyl ) - 5 - (4 
^;UA75K7x-;UVl->^;i/-lH-l,2,4-h'J7 -formamide phenyl ) - 1 -methyl- IH- 1,2, 4- triazole 
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5-(4-7Sy7i-JU)-3-(2-^aa-6-7;U?l-a7x 
-;U)-l-^ ; ? L ;U-lH-l,2,4-h l J7y-^(4.0g)<!: 
90%JHKl00ml)0)ad**a»T 5 &P B 12]0!& 



&fft#£A®gnfe(4.1g«||k& 76.0-81.0 deg 



production of (compound number 145 ) 

5 - (4 -amino phenyl ) - 3 - (2 -chloro-6-fluorophenyl ) - 1 
-methyl-lH-1,2, 4- triazole (4.0 g ) with mixture of 90% 
formic acid (100 ml ) was doneunder agitating 5 hours heating 
and refluxing. 

After room temperature cooling, solvent was removed under 
vacuum, residue was refined with silica gel column 
chromatography , object compound (4. 1 g s melting point 
76.0~8 1 .0 deg C ) of colorless granular crystal was acquired. 



NMRx— *<60MHz»CDCI3aMaL tfffi) 


nmr data (60 MHz, CDC1<SB>3</SB> solvent, ;de value) 


4. 06 










(3hk 


s) 










4.06 


3H. 


s) 


6. 87~7 


. 87 


(7H, 


m) 










6.87 - 7 


.87 


7H, 


m) 


8. 20 










(1H, 


s) 










8.20 


1 H. 


s) 


9. 37 










(1H, 


s) 










9.37 


1 H, 


s) 



[0141] 

3 3-(2-^nn-6-7;i/^Q7x-jU)-i-^ 

;i / .5-[4-(5-hU7;U7|-a>^;i,t 0 'J^>-2-f;UT 
^ 66)<0Stift 

(1.39g), rt'JOA tert-?MPi/K(0.6g), 2-*$> 

x;U/ix-ju-5-hU^;u^p^^;btf ( jv>(i.oog) 

Xs mWT 60 deg O70 deg C V 5 IftlHftlIRL 

tZo 

)l 200ml ETfltSU &7K»»:hHJ 
@#J#J(0.80g„ MA 171.0~l73.0deg C)£*#fco 



[0141] 

Production Example 3 3- (2 -chloro-6-fluorophenyl ) - 1 
-methyl-5- [4 - (5 -trifluoromethyl pyridine - 2 -yl amino ) 
phenyl) ] - production of 1 H-1,2, 4- triazole (compound 
number 66 ) 

3 - (2 -chloro-6-fluorophenyl ) - 5 - (4 -formamide phenyl ) - 
1 -methyl- 1H- 1,2, 4- triazole (1.39 g), potassium t- butoxide 
(0.6 g ), 2 -methane sulfonyl —5 -trifluoromethyl pyridine 
(1 .00 g ) in addition to N, N- dimethylformamide (DMF ) ( 10 
ml ), underagitating 5 hours it heated with 60 deg C~70 deg 
C. 

After room temperature cooling, you opened reaction mixture 
to water, extracted with ethylacetate 200 ml , after water 
wash, dried with anhydrous sodium sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , object compound 
(0.80 g. melting point 171.0-173.0 deg C ) of colorless 

r — *i *~i — . — i 
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feathery crystal was acquired. 



NMRf- £ (60MHz, CDCI3i§^ 


8 if) 


60 MHz, CDC1<SB>3</SB> solvent nmr data 


;de value) 


4. 07 






(3H, s) 






4.07 


(3 H,s) 


6. 60 




8. 10 


(11H. m) 






6.60 


8.I0 


(11 H.m) 



[0142] 

ffiitW 4 5-(2^PP-4-7^y7x-;U).3-(2-^n 
□ -6-? Q 7x- ) U)- 1 - ;U- 1 H- 1 ,2,4- h 1 J V 

(30mi)(c»a^. 5E±f::*tf rareM-cai* 

Lfco 

;u )-5-(2- £ □ □ -4- — h a 7 x ;u ).i - y ? ;u 

-lH-l,2,4.h>J7V r -JK11.0g)$ADxMaT* 3 H 

SftfllTfft* £ftaft*(= lO%7K^t^h'JO 
;K300ml)*ftI ASa"C 30 Lfco 

»87KS£K^^*vOA-eK*Lfco 
0 g W*(8.5g. HA 51.0-55.0 deg C)£ #fc Q 



[0142] 

Production Example 4 5- (2 -chloro-4- amino phenyl ) - 3 - (2 
-chloro-6-fluorophenyl ) - 1 -methyl- 1H- 1,2, 4- triazole 
production of (compound number 25 ) 

tin (I ) chloride dihydrate (20.3 g ) in addition to 36% 
concentrated hydrochloric acid (30 ml ), until it 
meltscompletely, it agitated with room temperature. 

In this mixture 3 hours it agitated with room temperature 3 - 
(2 -chloro-6-fluorophenyl ) - 5 - (2 -chloro-4- nitrophenyl ) - 
1 -methyl- 1H- 1,2, 4- triazole including (1 1.0 g ). 

After reaction termination, it neutralized reaction solution in 
reaction mixture including I0%sodium hydroxide water 
solution, 30 min it agitated with room temperature including 
the ethylacetate (300 ml ). 

fraction collection it did ethyl acetate layer from mixed 
solution, after water wash, dried with anhydrous magnesium 
sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , object compound (8.5 
g, melting point 51 .0-55.0 deg C ) of yellow-brown syrupy 
substance was acquired. 



NMRf-^ (60MHz, CDC 




3»«. 8M) 


60 MHz, CDC nmr data 


3 solvent, ;de value) 


3. 90 










(3H, 


s) 










3.90 


3H, 


s) 


4. 23 










(2H, 


s) 
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4.23 










2H, 


s) 










6. 30 




7 




60 


(6H, 


m) 










6.30 


7 


60 


6H, 


m) 



[0143] 



Ml 5 3-(2-$PP-6-7JU:*p:7x-;U)-5-(2- 
0 P P -4- * ;u A 7 £ K 7 x - ;u )-i- / ;u 
-lH-l,2,4-hU77— ;mb-&ttft* 144)<Dfii6 

5-(2-^PP-4-7^7x:z;U)-3-(2-^PP-6-:7n> 

p 7 x - ju )-i . * ^ ;u -l H-i ,2,4- h 'J x J - ;u 

(l.OOg)t 90%«g(10ml)tf);g£^£. 1 AMU 
f#;fc#SJ&0gM^(O.65g,ifi£ 81.0-85.0 deg 

C)£f#fco 



[0143] 

Production Example 5 3- (2 -chloro-6-fluorophenyl ) - 5 - (2 
-chloro-4- formamide phenyl ) - 1 -methyl- 1H- 1,2, 4- triazole 
production of (compound number 144 ) 

5 - (2 -chloro-4- amino phenyl ) - 3 - (2 
-chloro-6-fluorophenyl ) - 1 -methyl- 1H- 1, 2, 4- triazole (1.00 
g ) with mixture of 90% formic acid (10 ml ) wasdone, 1 hour 
heating and refluxing. 

solvent after reaction termination was removed under vacuum 
and residue was refined with silica gel column 
chromatography , object compound (0.65 melting point 
8 1 .0-85.0 deg C ) of yellowish white powder crystal 
wasacquired. 



NMRf- £(60MHz,CDCI3;§g|. 8 M) 


nmr data (60 MHz, CDCKSB>3</SB> solvent. ;de value) 


3. 83 












(3H. 


s) 








3.83 


3H, 


s) 


7. 00~7 


. 60 




(6H, 


m) 








7.00 - 7 


.60 


6H, 


m) 


8. 10 












(1H, 


s) 








8.10 


1H, 


«) 


9. 17 












(1H, 


s) 








9.17 


1H, 


s) 



[0144] 

Sfiffl 6 3-(2-^PP-6-7>IU^P7x-;U)-5-[2- 

/7Pn^-(5.h , j^;u^p^;ut°Uv>-2-'<;uT 

5/)7x-;U]-l-^;i/-lH-l,2,4.h l JT 1 /-;K<fc 
£%l#^67)<*)3gii 

3-(2-^PP-6.7;^P7x-yi/)-5-(2-<7PP-4- 
^JL,A75K7x^JU)-l-y^;U-lH-l,2,4-hU7 
y-;i/(0.50g), rtU^A tert-:?h*vK(0.18g)£ 
DMF(10ml)lcUn*. 50 deg C fcft»L»»*tf 



[0144] 

Production Example 6 3- (2 -chioro-6-fluorophenyl ) - 5 - [2 
-chloro-4- (5 -trifluoromethyl pyridine - 2 -yl amino ) phenyl ] 
- 1 -methyl- 1H- 1,2, 4- triazole production of (compound 
number 67 ) 

3 - It heated to 50 deg C (2 -chloro-6-fluorophenyi ) - 5 - (2 
-chloro-4- formamide phenyl ) - 1 -methyl-lH-1,2, 4- triazole 
(0.50 g ), potassium t- butoxide (0.18 g ) inaddition to DMF 
(10 ml ) and melted. 
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JUtf 'J v>(0.37g)£flD7L 140 deg Ct3 BMflft] 
X^;U(200mO"CttUlL. **ft«l*a[il"7f 

^a^A^im*??*— ktimu nee 

l»^3K^<73 1 tt1fe(0.50g,llkA 88.0-92.0 deg C) 



(10 ml) and melted. 

After melting, 2 -methane sulfonyl — 5 -trifluoromethyl 
including thepyridine (0.37 g ), 3 hours heat and stir it did 
with 140 deg C. 

After reaction termination verifying, you opened reaction 
mixture to water and extractedwith ethylacetate (200 ml ), 
dried with anhydrous magnesium sulfate after water wash. 

solvent was removed under vacuum, residue which is 
acquired wasrefined with silica gel column chromatography , 
object compound (0.50 g, melting point 88.0-92.0 deg C ) of 
yellowish white powder crystal wasacquired. 



NMRT— £(60MHz. CDC 




3SK 


am) 


60 MHz % CDCnmrdata 


3 solvent 


;de value) 


3. 83 






(3H, s) 










3.83 


(3 H,s ) 


6. 50 




8. 30 


(10H, m 










6.50 


8.30 


10H,m 



[0145] 

Sftftl 7 3-(2-^aD-6-7;U*P7x-^>.5-[2- 

-2--f^75-/)7x-;U]-l-^^*-lH-l > 2,4-h' , J7 
7-JKfc*1MH*44)fl>»t 

3-(2-<7 □ P -6-7 JU* P 7x-;U)-5-(2-^7P D -4- 
7^/7x-;b)-l-^^;i/-lH-l,2,4-hU7y-;U 
(0.50g)£ DMF(10ml)lZ;g$$ti\ 60%**flS-*" 
HJ^A(0.07g)£»l5tS»"e 30 »«»Lfco 

ca>a^»lC 2,3-v^PP-5-h , J7^P^;U 
If' J v>(0.35g). p-MUX>*;b7<>^HJ0 
A(0.13g)£&P;L 140 deg C IZX 3 BfFel SD^Lfco 

fitSU H Sftf&*#$Sli<7> i M%J(0.32g. M 
& 239.0-241.0 deg C)£#fco 



[0145] 

Production Example 7 3- (2 -chloro-6-fluorophenyl ) - 5 - [2 
-chloro-4- (3 -chloro-5-trifluoromethyl pyridine - 2 -yl 
amino ) phenyl ] - 1 -methyl- 1H- 1,2, 4- triazole production of 
(compound number 44 ) 

3 - (2 -chloro-6-fluorophenyl ) - 5 - (2 -chloro-4- amino 
phenyl ) - 1 -methyl-lH-1,2, 4- triazole melting (0.50 g ) in 
DMF (10 ml ), 30 min it agitated with room temperature 
including 60% sodium hydride (0.07 g ). 

In this mixture 3 hours it heated with 140 deg C 2 and 3 
-dichloro-5-trifluoromethyl thepyridine (0.35 g ), including p- 
toluene sodium sulfinate (0.13 g ). 

After cooling, you opened reaction solution to water to room 
temperature,extracted with ethylacetate (200 ml ), 5% 
hydrochloric acid wash later, dried with anhydrous 
magnesium sulfate ,under vacuum removed solvent. 

residue was refined with silica gel column chromatography , 
object compound (0.32 g. melting point 239.0-241.0 deg C ) 
of yellowish white powder crystal wasacquired. 



NMRt— * (60MHz. CDCI3j§J£ 


8 fit) 


60 MHz. CDCKSB>3</SB> solvent nmr data 


;de value) 
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3. 98 








(3H, 


s) 






3.98 


3H, 


s) 


7. 00 




8. 50 




(9H, 


m) 






7.00 


8.50 


9H, 


m) 



[0146] 

H'&m 8 3.(2-^ap.6-7il/tn7i^ 
;u)-5-[4-(2-^nP-4-h'J7JU^-n>t^;u^<>v/-f 

>IU7^)7x-;U]-l->^JU-lH-l ) 2,4-h ! JTV^ 

5.(4-75yPx-;i/)-3-(2-^pa-6-^;u^a7x 

-;U)-I-^jU.lH-l,2,4-h'J7y-;K0.91g).2- 

(0.80g) , MJXf jl/7S> (0.50g) $HH> 
(30inl)K»»U 60 deg C iZX 3 ftlflJntt&tt 
Ltz Q 

SaiC*a*. h;UX>(200ml)^»X.TtttU 
ffi©gM1«l(l.37g.Sfe^ 204.0-205.0 deg C)£ 



[0146] 

Production Example 8 3- (2 -chioro-6-fluorophenyl ) - 5 - [4 - 
(2 -chloro-4- trifluoromethyi benzoyl amino ) phenyl ] - 1 
-methyl-lH-1,2, 4- triazole production of (compound number 
153) 

5 - (4 -amino phenyl ) - 3 - (2 -chloro-6-fluorophenyl ) - 1 
-methyl- 1H- 1, 2, 4- triazole (0.91 g ), 2 -chloro-4- 
trifluoromethyl benzoic acid chloride (0.80 g ), it melted 
triethylamine (0.50 g ) in toluene (30 ml ), 3 hours heat and 
stir did with 60 deg C. 

After cooling, it extracted in room temperature including 
toluene (200 ml ), washed organic layer with 5% hydrochloric 
acid, water wash after doing, it dried with anhydrous sodium 
sulfate. 

solvent was removed under vacuum, residue recrystallization 
was donefrom mixed solvent of ethylacetate-hexane, object 
compound (1 .37 g % melting point 204.0-205.0 deg C ) of 
colorless feathery crystal was acquired. 



NMR J r-5(60MHz.CDCI3^, tffit) 



nmr data (60 MHz, CDCl<SB>3</SB> solvents ;de value ) 



4. 04 










(3hUs) 






4.04 


(3HsS) 


6. 90-7 


. 90 




(10H,m) 






6.90 - 7 


.90 


(lOH.m) 


10. 13 










OH.s) 






10.13 


(lH.s) 



[0147] [0147] 

U ffl 9 3-(2- ^7 P P -6- 7 il t O 7 i - Production Example 9 3- (2 -chloro-6-fluorophenyl )-5- {4- 

;U)-5-{4.[N-(2-^7P P-4-MJ"7/U;t P^^U^ [N- (2 -chloro-4- trifluoromethyi benzoyl ) -N- methylamino ] 

X J<()U )-N- / ?;i/7 = y]7x-;U}-l->^;i/ phenyl } - 1 -methyl- 1 H- 1 ,2, 4- triazole production of 
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-1H-1A4-HJ77— JKfc**#» 16l)(0Sift 
3-(2- ^nP.6-7il/tP7x-;i/ )-5-[4-(2- ^ P P 

;U]-l-^^;U-lH-l,2,4-h , J77-;U(0.96g)^ 
DMF(50ml) I ^ it ft L . 60% * * It h 1 J ^ A 

(o.iog)*S;a-ea*fco 

(1.0g)*»* 60 deg C 7? 5 «rlHffl«a»Lfco 

fttt*#eil©S«* (0.58g , Ifi jft 
221.0-222.0 deg C)£f#fco 



(compound number 161 ) 

3 - (2 -chloro-6-fluoropheny! ) - 5 - [4 - (2 -chioro-4- 
trifluoromethyl benzoyl amino ) phenyl ] - 1 -methyl- 1 H- 1 ,2, 
4- triazole (0.96 g ) was melted in DMF (50 ml ), 60%sodium 
hydride (0. 1 0 g ) was added with room temperature. 

After occurrence of hydrogen gas ends, 5 hours heat and stir it 
did with 60 deg C including methyl iodide ( 1 .0 g ). 

After cooling, you opened reaction mixture to water in room 
temperature,extracted with ethylacetate 200 ml, after water 
wash, dried with anhydrous sodium sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , by fact that 
recrystallization it does, object compound (0.58 g % melting 
point 221 .0-222.0 deg C ) of colorless powder crystal was 
acquired from mixed solvent of ethylacetate-hexane. 



NMRir— (60MHz x CDCI3;^. 6 fit) 



nmr data (60 MHz, CDCKSB>3</SB> solvent. ;de value ) 



3. 49 












(3hks) 






3.49 


(3 H. s ) 


3. 97 












(3H.s) 






3.97 


(3 H, s ) 


6. 90 




7 




80 




(lOhUm) 






6.90 


7 


80 


(lOH.m) 



[0148] 

10 3-(2^PP-6.7^tP7i- 

;u)-5-[4^4^h i J7;u^-a^^ 1 ;U'<> % /-f;u75/) 

!feiS# i56)(DfiJt 3-(2-^aa-6.^;u^p^x- 
;U).5-(4-7^>7i^;U>l-/^;U-iH-l,2,4-hU 

77-;u(0.50 g ). Hjx^;i/7s:>(0.20g)£h;u 

X>(20ml)!Cj8«Lfco 

W^;^a | JK(0.40g)ft9rFL«Ul=T 3 & 
BHJtttLfc. 



[0148] 



[4 



Production Example 10 3- (2 -chioro-6-fluorophenyl ) - 5 ■ 
- (4 -trifluoromethyl benzoyl amino ) phenyl ] - 1 
-methyl-lH-l,2, 4- triazole production 3 of (compound 
number 156 ) - (2 -chloro-6-fluorophenyl ) - 5 - (4 -amino 
phenyl )- 1 -methyl- 1H- 1,2, 4- triazole (0.50 g ), triethylamine 
(0.20 g ) was melted in toluene (20 ml ). 

It dripped under ice cooling* 4- trifluoromethyl benzoyl 
chloride (0.40 g ) to this mixture, 3 hours agitated with the 
room temperature . 

reaction solution was done water wash and after drying, 
solvent under the vacuum was removed with anhydrous 
magnesium sulfate . 
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197.0-200.0 degQ^fco 



residue was refined with silica gel column chromatography , 
object compound (0.67 g. melting point 197.0-200.0 deg C ) 
of colorless granular crystal wasacquired. 



NMRt-<$i(60Iv1Hz.CDC 




dm) 


60MHz N CD C nmr data 


3 solvent, ;de value) 


3. 97 










(3H. s) 










3.97 


(3 H,s) 


6. 80-8. 00 


(11H. m) 






6.80-8.00 


(HH,m) 


9. 57 










(1H. s) 










9.57 


(1H,S) 



[0149] 

M&W 11 3-(2-^QP-6-7;i/tP7i- 

/t/)-5^4-(4-Hj:7;b;fn^i^>v;u75/)7 

ir.;U]-i->^;u.iH-l,2,4-r-';7V-;Kfb^1«l 

3-(2-7 □ P -6-7 Q 7i- ;U)-5-[4-(4- h 'J 7 Jl/ 
^-p^/U'<>7'f;i/75/)7i-;u]-i-^;u 
- 1 H- 1 ,2,4- h'JT V— 7U(0.67g)£ vlf Jl/X — t 
;i/(20ml)lCMx.. 2aT"CflM*L»lBU:. 

(O.O6g)0)vX?-JH— r;HtA/SjS(10ml)$M 

sa-c 30 xmn®.. s.t&f&ttwz 

7k£»a.X-7 L ;i/tt!ii(200ml)U 7kj5fc&«$7k 



l»^a<7) g tt*(0.47g» MjA 157-162 deg C) 



[0149] 



•5-[4 



Production Example 11 3- (2 -chloro-6-fluorophenyl ) ■ 
- (4 -trifluoromethyl benzylamino ) phenyl ] - 1 
-methyl- iH- 1,2, 4- triazole production of (compound number 
131) 

3 - (2 -chloro-6-fluorophenyl ) - 5 - [4 - (4 -trifluoromethyl 
benzoyl amino ) phenyl ] - 1 -methyl- 1H- 1,2, 4- triazole (0.67 
g ) in addition to diethyl ether (20 ml ), itagitated under room 
temperature and melted. 

In this mixture it dripped diethyl ether suspension liquid (10 
ml ) of lithium aluminum hydride (0.06 g ) with room 
temperature,3 hours agitated with room temperature after end 
of dropping addition. 

After reaction termination verifying, trace it added 
ethylacetate to reaction mixture, with room temperature 30 
min agitation later, ether extraction (200 ml ) it made reaction 
mixture including water, dried with anhydrous magnesium 
sulfate after water wash. 

solvent was removed under vacuum, residue which is 
acquired wasrefined with silica gel column chromatography , 
object compound (0.47 g. melting point 157-162 deg C ) of 
milky white powder crystal wasacquired. 



NMRr— 5K60MHz* CDCI3S8L 5 fit) 



nmr data (60 MHz. CDCKSB>3</SB> solvent. ;de value) 



3. 97 



(3H. s) 
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3.97 


(3 H,s ) 


4. 45 










(2H. d) 








4.45 


(2 H,d ) 


4. 78 










(1H, t) 








4.78 


(1 H,t) 


6. 50 




8 




00 


(11H, m) 








6.50 


8 


00 


(11 H,m) 



[0150] 

Sitffl 12 3-(2-^pn-6-7;u^-p^x-;u>i-y 

^;U-544-(4-h 1 J^;U^-P>5 1 ;U^V , jT>75 
ypi-;U]-lH-l f 2,4-hU7 % y-jmb**#* 
351)<7)Sgji 5-(4-7^7x^;U)-3-(2-<7PD.6-7 

;u^p^x^;u)-i-^;i/-iH-i,2 ? 4-h l J7y-;u 

(l.Og). 4-hU?H>* a*^JU*>X7 JUxfcK 

(0.8g)sp-h;ux>x;u*>S(0.ig)$s;i/x> 

(300ml)(rto^, 8t»Lft4<b 5 B«Mft]»iS9lEL 

□TUfw-f-CTlMU 7-bh>-^**> 

fe^UXAtttSft© a M ^ (0.65g . MA 
126.0-128.0 deg C)£#fc 0 



[0150] 

Production Example 12 3- (2 -chloro-6-fluorophenyl ) - 1 
-methyl-5- [4 - (4 -trifluoromethyl benzilidine amino ) 
phenyl ] - production 5 of 1 H-l,2, 4- triazole (compound 
number 35 1 ) - (4 -amino phenyl ) - 3 - (2 
-chloro-6-fluorophenyl )- 1 -methyl- 1H- 1,2, 4- triazole (1.0 
g ), 4 -trifluoromethyl benzaldehyde (0.8 g ), 
p-toluenesulfonic acid (0.1 g ) in addition to toluene (300 
ml ),while agitating, 5 hours heating and refluxing it did. 

After room temperature cooling, you washed organic layer 
with 5% hydrochloric acid, after the water wash, dried with 
anhydrous sodium sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , by fact that 
recrystallization it does, object compound (0.65 g. melting 
point 126.0-128.0 deg C ) of pale yellow prism crystal was 
acquired from mixed solvent of acetone-hexane. 



NMRf r -^(60MHz,CDCI3i§J«. 8 fit) 


nmr data (60 MHz. CDCKSB>3</SB> solvent. ;de value) 


4. 07 










(3KUs) 






4.07 


(3 H.s) 


7. 20-8. 10 


(11H,m) 






7.20-8.10 


(11 H.m) 


8. 47 










(11-Us) 
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8.47 










(1 H.s) 







[0151] 

ttfttil 13 3-(2-^PQ-6-7;^n7x^;i/)-5-t3- 

<7DP^-(2-7;u^p-4-h , J7;U7t"a^;i/'<>V k 
-<;u**5/^*;u)7x-;h-i-^*-ih-ia4. 

h'J71/-JKfc<Mfc»* 300)<7)§!ii£ 

3-(2-^pa-6-7;U7|-a7x-;u).5.(3-^aa-4-t: 
Ka^v>^;i/7xr:;u)-i->^;b.iH-l,2,4.KU 
7y-JU(0.50g), eUv>(ai3g)^^>4?> 
20ml ICj§»L.2-7JU^P-4-h'J7;U7t-a^;U 
^>7V^P^K(0.34g)(D^>-ri> 10ml ;H 



Lfco 



(0.62g, IRA 105.0-1 10.0 deg C)*%tz 0 



[0151] 

Production Example 13 3- (2 -chloro-6-fluorophenyl ) - 5 - [3 
-chloro-4- (2 -fluoro-4- trifluoromethyl benzoyl oxy methyl ) 
phenyl ] - 1 -methyl- 1H- 1,2, 4- triazole production of 
(compound number 300 ) 

3 - (2 -chloro-6-fluorophenyI ) - 5 - (3 -chIoro-4- 
hydroxymethyl phenyl) - 1 -methyl- 1H- 1,2, 4- triazole (0.50 
g ), it melted pyridine (0.13 g ) in benzene 20 ml, 2-fluoro-4- 
trifluoromethyi benzoyl chloride dripped benzene 10 ml 
solution of (0.34 g ) with room temperature, 5 hours 
agitatedwith room temperature. 

reaction solution after water wash, was dried with anhydrous 
sodium sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , object compound 
(0.62 g, melting point 105.0-1 10.0 deg C ) of white powder 
was acquired. 



NMRf- 9(60MHz.CDCI3jf J3L Sfit) 


nmr data (60 MHz, CDC1<SB>3</SB> solvent. ;de value) 


4. 


10 




(3H„ 


s) 






4. 


10 


3H. 


s) 


5. 


57 




(2H. 


s) 






5. 


57 




s) 


7. 


90 


~8. 20 


(9H. 


m) 






7. 


90 


-8.20 


9H, 


m) 



[0152] 

SSigfll 14 3-(2^ap.6-^;u^-a7x-;u).i-y 

fr/t^J ;U]**v7x-^}~lH-l,2,4-MJ7y 
-JKlb^S^- 212)0) tSit 

3-(2-^pa-6-7;i/^-p^x-;i/)-5-(4-tKa^v 
y x x. ju )-i- > ? ;u -ih-i,2,4. h u 7 X J — ;u 

(0.76g),4-hU7;U?l"P>h*v7x-;i.-rvvT 
^-K(0.60g)$i 1 K : 7tKP^>(10ml)lC^® 
U h'jX^^75> 3 «#LttA<6 30 

SXftSPft. it®X^;U(200ml)£iQ;L. 



[0152] 

Production Example 14 3- (2 -chloro-6-fluorophenyl ) - 1 
-methyi-5- {4 - [N- (4 -trifluoromethoxy phenyl) carbamoyl ] 
oxy phenyl } - production of 1 H-1,2, 4- triazole (compound 
number 212 ) 

3 - While (2 ^chloro-6-fluorophenyl ) - 5 - (4 
-hydroxyphenyl ) - 1 -methyl- 1 H-1,2, 4- triazole (0.76 g ), 4 
-trifluoromethoxy melting phenyl isocyanate (0.60 g ) in 
tetrahyarofuran (10 ml ), agitating including triethylamine 3 
drop, 30 hour heating and refluxing it did. 

After room temperature cooling, including ethylacetate (200 
ml ), you washed organic layer with5% sodium hydroxide 
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water solution, after water wash, dried with anhydrous sodium 
sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , object compound 
(0.38 g. melting point 138.0-140.5 deg C ) of pale yellow 
powder crystal was acquired. 



(60MHz. CDCI3JSat. (5 fit) 


nmr data (60 MHz. CDC1<SB>3</SB> solvent. ;de value ) 


4. 07 










(3H.s) 






4.07 


(3 H. s ) 


7. 00-7 


. 80 


(11H.m) 






7.00 - 7 


.80 


(11 H.m) 


9. 77 










(1H.s) 






9.77 


(lH.s) 



[0153] 

SI ft 09 15 3.(2-90P-6.7il,tP7i^ 

;u^*vpx-;u]-i-yf-;i/-iH-i,2,4.hUTy 
-;Kfc£4M» 252)(D»iS 

3-(2-£ a a -6-7 jut p 7x-;i/>5-(4- 1 K a * v 

7i-il/ )-l- / ^ ;U -1H-1,2,4- MJ77-JI/ 

(0.52g). 2-^pa-4-hU7;i/^a^;u^>y< 

;ir^a'JK(0.42g) % hVX^^7S>(0.2g)^> 
-tf>(10ml)K5Sf$L 4 B$mtt»S3l[U^. 

aajfrffl*. llF»X*JU(200nil)*»X* ftg 

(0.62g. HA 131.0-135.0 deg C)*»fc 0 

NMRf r -^(60MHz.CDCl 3 it^. 5 fit) 
4.07 (3H. s) 
6.90-8.20 (10H. m) 
[0154] 



[0153] 

Production Example 15 3- (2 -chloro-6-fluorophenyl ) - 5 - [4 
- (2 -chloro-4- trifluoromethyl benzoyl oxy) phenyl ] - 1 
-methyl-lH-1,2, 4- triazole production of (compound number 
252 ) 

3 - (2 -chloro-6-fluorophenyl ) - 5 - (4 -hydroxyphenyi ) - 1 
-methyl-lH-1,2, 4- triazole (0.52 g ), 2 -chloro^- 
trifluoromethyl benzoyl chloride (0.42 g ), it melted 
triethylamine (0.2 g ) in benzene (10 ml ) and 4 hours heating 
and refluxing did. 

After room temperature cooling, including ethylacetate (200 
ml ), you washed organic layer with5% sodium hydroxide 
water solution, after water wash, dried with anhydrous sodium 
sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , crude crystal which is 
acquired was washed with hexane, the object compound (0.62 
g. melting point 1 31.0-135.0 deg C ) of colorless granular 
crystal was acquired. 

nmr data (60 MHz. CD Cl 3 solvent. ;de value) 

4.07 (3 H. s ) 

6.90 -8.20 (10 H.m) 

[0154] 
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8 90V 16 3-(2-9D P-6-7;U*P7xn 
jU)-5-[4-(3->7 P □ -5-HJ 7 Jb* □ >^ ;i/ 1° 'J V> 

-2- -T ;u 7 5 / > ;u ) 7 x ;u > ^ ;i/ 

.1H-1,2,4-SU7V-;K^^^§^ ill)(7)Siii 

3-(2-^Qn-6-7;i/^n^x^;u)-i-^^;u-5-(4-> 

5 1 'x- ;i/)-lH-l, 2 ,4-HJT*-/— /l/(3 .20g).N- 
3fP^E3/\^K^5K(2.40g). 77*t: A*<V^P 

**t*EB*"r*=tlcj:y 5-(4-?P*>^ 
JU7x-;U)-3-(2-<7PP-6-7;U^P7x-;U)-l. 

[0155] 

2-75y-3^PP-5-h'J7JU^P^^;Ut 0, Jv> 
(0.66g)£ N,N-v>TF;i/*^A75K(30ml)(CS 
*U 60%**ft^hU^A(0.15g)*aa-elB 
* 30 »M«»Lfc. 

ca>a**fc±Ea±/«»(i.ig)SJ!BAaaT? 

P^57H:tllU »fetttt«a<» § 
W«(0.38g. MA 111.0-114.0 degC)*»fco 



Production Example 16 3- (2 -chloro-6-fluorophenyl ) - 5 - [4 
- (3 -chloro-5-trifluoromethyl pyridine - 2 -yl aminomethyl ) 
phenyl ] - 1 -methyl-lH-1,2, 4- triazoie production of 
(compound number 111) 

3 - (2 -chloro-6-fluorophenyl ) - 1 -methyl- 5- (4 
-methylphenyi ) - 1 H-1,2, 4- triazoie (3.20 g ), N- bromo 
succinimide (2.40 g ), azobisisobutyronitrile (50 mg ) 
inaddition to carbon tetrachloride (100 ml ), 1 hour heating 
and refluxing it did. 

After room temperature cooling, it filtered insoluble matter, 
water wash did filtrate,dried with anhydrous magnesium 
sulfate. 

5 - (4 -bromomethyl phenyl) - 3 - (2 -chloro-6-fluorophenyl ) 
- 1 -methy 1-1 H-1,2, 4- triazoie crude product was acquired by 
vacuum distillation doing solvent. 

[0155] 

2 -amino-3- chloro-5-trifluoromethyl it melted pyridine (0.66 
g ) in N, N- dimethylformamide (30 ml ), added 60% sodium 
hydride (0.15 g )with room temperature and 30 min agitated. 

In this mixture 8 -hour it agitated with room temperature 
including theabove-mentioned crude product (1.1 g ). 

You opened reaction mixture to water, extracted with toluene 
(200 mi ), after water wash, dried with anhydrous sodium 
sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , object compound 
(0.38 g. melting point 1 1 1 .0-1 14.0 deg C ) of brown 
granular crystal was acquired. 



NMRf-$ (60MHz. CDCI 


3*«t. <SM) 


60 MHz. CDClnmrdata 


3 solvent. ;de value) 


4. 06 












(3H. 


s) 






4.06 


3H, 


s) 


4. 80 












(2H. 


d) 






4.80 


2H, 


d) 


5. 87 












(1H, 


t) 






5.87 


1H, 


t) 
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6. 90 




8 




30 




(9H. 


m) 






6.90 


8 


30 


9H, 


m) 



[0156] 

17 0-{4-[3-(2-^7PP-6-^;U^-P^x- 
;U)-l-^^-lH-lA4-h'J7!/— Jb-S--f;U]'<> 

369)©»» 

4-^PP7x-;Uv<7P^Pt°;U^h>^^rvA 
(1.4g)£ l,2-v>h+vX^>(20ml)lC^^L> 
60%*l^l:^MJ'}A(0.15g)£0~3 deg C "CiP 

i »raa#Lfc 0 
z©a*»aiz 3-(2-^pp-6-^;i/?t"p^x- 

;U )-5-(4- 5PP^il7i-JI/ > ^ ;U 
-1H-1A4-MJ7!/— JU(1.70g)* JBiu ^;ST* 1 
B#F e 1. 50 deg C -C 10 B*IH«#Lfco 

(200ml)T*i4tbL, fc*fittH-MJ*A 
3.95g, n D 20 =1.6155)^#fc o 



NMRt— *(60MHz,CDCl 3 »a. 5 fit) 



[0156] 

Production Example 17 0- {4 - [3 - (2 
-chloro-6-fluorophenyl ) - 1 -methyl- 1H- 1,2, 4- triazole-5-yl ] 
benzyl } - 4 -chlorophenyl cyclopropyl ketone oxime 
production of (compound number 369 ) 

4 -chlorophenyl cyclopropyl ketone oxime 1 and 2 
-dimethoxyethane it melted (1.4 g ) in (20 ml ), added 60% 
sodium hydride (0.15 g )with 0 - 3 deg C, 1 hour agitated. 

In this mixed solution with room temperature 10 hours it 
agitated with 1 hour. 50 deg C 3 - (2 
-chloro-6-fluorophenyl )- 5 - (4 -chloromethyl phenyl) - 1 
-methyl-lH-1,2, 4- triazole including (1.70 g ). 

You opened this reaction mixture to water, extracted with 
diethyl ether (200 ml ), after water wash, dried with 
anhydrous sodium sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , object compound 
(0.95 g* n D 20 =1.6155 ) of colorless syrupy substance was 
acquired. 

nmr data (60 MHz. CD Cl 3 solvenU ;de value) 



O. 50~2. 40 


(5H. m) 




0.50 - 2.40 


(5 H,m) 




4. 07 








(3H. s) 




4.07 








(3H,s) 




5. 17 








(2H, d) 




5.17 








(2H,d) 




6. 80 


7 




90 


(11H, m 


) 


6.80 


7 




90 


11 H,m 


) 



[0157] 

SI at W 18 3-(2-$Q P-6-"7;U7hP^x- 
;| / )-5-[4-(2,4-v^PP7- , J/*;U^-;UPx- 
;U]-l->^JU-lH-lA4-h'J7 % /— JU(<b^»** 
186)(OS[j§ 



[0157] 

Production Example 18 3- (2 -chloro-6-fluorophenyl ) - 5 - [4 
- (2 and 4 -dichloro anilino carbonyl ) phenyl ] - 1 
-methyl-lH-1,2, 4- triazole production of (compound number 
186) 
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y7A2'4' -v^PP^>;C7-UK(1.40g), & 
7K^^m-l*(0.75g)$ o-V^PP'O-tf^ 
(10mi)lC?§fiSLs ;fi;§SJ£ 130-140 deg C 1 

z<D£i£;g£ti£7KKfci1\ £pp*;ua 

p -?h?^<<-{zxmmL. 

g M4$3(0.13g. Mj£ 161.0-166.0 deg C)£4#fco 



N- methyl-N- (p- toluene sulfonyl ) - 2 -chloro-6-fluoro 
benzohydrazonoyl chloride (1.70 g ), 4 
-cyano-2&apos;-4&apos;-dichloro benzanilide (1.40 g ), it 
melted anhydrous ferric chloride (0.75 g ) in the 
o-dichlorobenzene (10 ml ), 1 hour heat and stir did with oil 
bath temperature 130-140 deg C. 

You opened this reaction mixture to water, extracted with 
chloroform (200 ml )> after water wash, dried with anhydrous 
sodium sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , object compound 
(0.13 g> melting point 161.0-166.0 deg C ) of pale yellow 
powder crystal was acquired. 



NMRx— £(60MHz. 


CDCI3»tt 




5 fit) 


60 MHz, CDCKSB>3</SB> solvent nmr data 


;de value) 




4. 08 






(3H, s) 






4.08 






(3 H,s) 






6. 90 




8. 50 


(1 1H, m) 






6.90 




8.50 


(11 H,m) 






[0158] 






[0158] 





Sfifti 19 3-(2-£P P-6-7;U7hP7x^ 
;U)o-[4.(4- HJ 7 )\,* P tTJiyz-S * V* 
-^pi-jUl-l-^JU-lH-lA^h'JTl/— II 
335)<7)S3i 

N->^;u-N-(p-h^ux>x;i/7^-;u)-2-^pp-6- 

-h>JJU(0.88g). fcTkttfc*— fc(0.46g)$ o-v 
^pp/<>-tfi/(i0ml)lci§fSL. ffl$3US 

130-140 deg C Tf 3 ft|fl!lafl&&tttLfc. 
(200ml)-ettttiL, **** JtTKM^h'J^A 

M%(0.72g, HA 142.0-146.0 deg C)£#fco 



Production Example 19 3- (2 -chloro-6-fluorophenyl ) - 5 - [4 
- (4 -trifluoromethyl phenoxy carbonyl ) phenyl ] - 1 
-methyl-lH-1,2, 4- triazole production of (compound number 
335 ) 

N- methyl-N- (p- toluene sulfonyl ) - 2 -chloro-6-fluoro 
benzohydrazonoyl chloride (0.97 g ), 4 - (4 -trifluoromethyl 
benzoyl oxy) benzonitrile (0.88 g ), it melted anhydrous ferric 
chloride (0.46 g ) in o-dichlorobenzene (10 ml ), 3 hours heat 
and stir did with oil bath temperature 130-140 deg C. 

You opened this reaction mixture to water, extracted with 
chloroform (200 ml ), after water wash, dried with anhydrous 
sodium sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , object compound 
(0.72 g, melting point 142.0-146.0 deg C ) of white powder 
crystal was acquired. 



NMRx— £(60MHz. CDCI3jg« 


em 


60 MHz, CDC1<SB>3</SB> solvent nmr data 


;de value) 
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4. 16 






(3H, s) 






4.16 


(3 H,s) 


7. 00 




8. 40 


(11H, m) 






7.00 


8.40 


(11 H,m) 



[0159] 

S£ffl 20 3-(2-^nn-6-7;U7|-a^i-;i/)-5-(4- 
Ttx;u5;u7i-;i/)-i-^;u-iH-i,2,4-h«j7 x /- 

-^□A^t 0| Jv-OA(5.60g)^v^aa^> 
(20ml)lc-#jgL. CCD;I^-;t?$lc 3-(2-^na-6- 
■7^7f-o7i-;i/)-5-(4-tKa+v^;u7x^. 

;U)-l-./^JU-lH-l,2,4-HJ7l/-;U(3.30g)(Dv 
15 8#fSHSg#Lfc. 

(30ml)Tifc#U atXSStBLfe. 
a«*£x-TJU(200ml)l=»*U it 

W^(2.60g. S4£ 97.0-102.0 deg C)£fSfc« 



[0159] 

Production Example 20 3- (2 -chloro-6-fluorophenyl ) - 5 



(4 



-formyl phenyl ) - 1 -methyl- 1H- 1,2, 4- triazoie production of 
(compound number 137 ) 

It melted pyridinium dichromate (5.60 g ) in dichloromethane 
(20 ml ), in this mixed solution 3 - (2 -chioro-6-fluorophenyl ) 
- 5 - (4 -hydroxymethyl phenyl)- 1 -methyl-lH-1,2, 4- triazoie 
dripped dichloromethane (25 ml ) solution of (3.30 g ) with 
room temperature, 15 hours agitated with room temperature. 

It filtered insoluble matter of reaction mixture, furthermore 
washed with ether (30 ml ), concentrated filtrate. 

It melted concentrate in ether (200 ml ), after water wash, 
dried with the anhydrous sodium sulfate. 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , object compound 
(2.60 g. melting point 97.0-102.0 deg C ) of white powder 
crystal was acquired. 



NMRx~£ (60MHz. CDC13;t&. d fit) 



nmr data (60 MHz. CDC1<SB>3</SB> solvent, ;de value) 



4. 10 








(3H, s) 








4.10 


(3 H,s ) 


6. 90-7 


. 40 


(3H, m) 








6.90 - 7 


.40 


(3H,m) 


8. OO 








(4H, s) 








8.00 


(4H,s) 


10, 10 








OH, s) 








10.10 


(1H,S) 



[0160] [0160] 
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21 N-{4-[3-(2-^PQ-6-7;U^a7i- 
;U)-l-^5 : -JU-lH-l,2,4-h 1 J7V r -;U-5-'fJU]'<> 
v'J-T>}-2,4-S/^na-7-'J>(^^1ft#^353) 
©Sit 3-(2-^an-6--7JU^-n7i-;u)-5-(4-^ 
;u5;i/7x^;u)-i->^ju-iH-i,2,4-h'JTy— ;w 

(0.33g).2,4-v^aDT-'J>(0.16g)$h;UX> 
(20mI)|rj§jgL. egig-tt-f -»(0.5ml)(10 ^EJUv 

*aay*>*»)£jnx, mm. 8 ttMaaftit 

Lfco 

(D@M^(0.27g.Sk^ 150.0-152.0 deg C)£!# 

fc 0 



Production Example 21 N- {4 - [3 - (2 
-chloro-6-fluorophenyl ) - 1 -methyl- 1H- 1,2, 4- triazole-5-yl ] 
benzilidine } - 2 and 4 -dichloro production 3 of aniline 
(compound number 353 ) - (2 -chloro-6-fluorophenyl ) - 5- (4 
-formyl phenyl ) - 1 -methyl-lH-1,2, 4- triazole (0.33 g ), 2 
and 4 -dichloro it melted under agitating, 8 -hour heating and 
refluxing it did including titanium tetrachloride (0.5 ml ) (10 
mole dichloromethane solution ) aniline (0.16 g ) in toluene 
(20 ml ),. 

After cooling, water wash it did and dried with anhydrous 
magnesium sulfate . 

solvent was removed under vacuum, residue was refined with 
the silica gel column chromatography , object compound 
(0.27 g. melting point 150.0-152.0 deg C ) of pale yellow 
powder crystal was acquired. 



NMRf-Si (60MHz. CDCI3}#J£. 5 fit) 



nmr data (60 MHz. CDCKSB>3</SB> solvent. ;de value) 



4. TO 












(3H, s) 






4.10 


(3 H,s) 


6. 80-8. 10 




(10H, m) 






6.80-8.10 


(10H,m) 


8. 35 












(1H, s) 






8.35 


(1 H,s) 



[0161] 

1 3-(2.^na.6-7;i/^n7x-;i/)-i.y^ 

;U-5-(4-- h a 1 H- 1 ,2,4- h 'J TV— frO 

N-y^f ;u-N-(p-h;ux>x;u*^yu)-2-<7PP-6- 
7;u^n^>7tK5i//<;u^a'jK(20.0g).4- 

^r-P^>l/-K J J;i/(7.9g).«^m-»(7.5g). 
o-v^PP^>if>(100ml)(D;I^ife^ 130 deg 

c v i mmmwuzo 

tZo 

C<7)5Kffia^$vU*>rjU*7A^P7h^ 



[0161] 

Reference Example 1 3- (2 -chloro-6-fluorophenyl ) - 1 
-methyl-5- (4 -nitrophenyl ) - production of 1 H-1,2, 4- 
triazole 

N- methyl-N- (p- toluene sulfonyl ) - 2 -chloro-6-fluoro benzo 
hydrazonoyl chloride (20.0 g ), 4 -nitrobenzonitrile (7.9 g ), 
ferric chloride (7.5 g ), mixture of o-dichlorobenzene (100 
ml ) 1 hour was agitated with 130 deg C. 

After cooling, it melted reaction mixture in chloroform in 
room temperature, 5% sodium hydroxide water solution, 
washed with water. 

After drying and under vacuum concentrating chloroform 
extraction liquid with anhydrous magnesium sulfate, it 
acquired crude reaction product. 

This crude reaction product was refined with silica gel 
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12.1g(ttA 140-143 degQ£#fc, 



NMR x-$(60MHz. CDCl 3 (5 fltrppm) 



column chromatography, object compound 1 2. lg (melting 
point 140-143 deg C ) of colorless granular crystal 
wasacquired. 

nmr data (60 MHz. CD Cl 3 solvenU ;de value: ppm ) 



3. 97 








(3H. 


s) 


3.97 








3H, 


s) 


4. 00 








(2H. 


s) 


4.00 








2H, 


s) 


6. 5 


7 




5 


(7H. 


m) 


6.5 


7 




5 


7H, 


m) 



[0162] 

2 3-(2-^na-6-7;U7|-P^x-;u).5-(3- 
^□□-4->^;u^x-;u)-i.^;u-iH-i,2,4-hU 

N-> j 5 L ;u-N-(p-h;ux>x;u^;u)-2-^na-6- 
^;u^-pKWtK^ l -/y^;^p , JK(i5.og).3- 
/7ap-4.^;u^>i/^hU;K6.7g). ft?Ktt1b 

7 ;U S — ^ A(6.0g) . o- v <7 P P K > Hf > (30ml) 

140 deg C r* 1 »i«a»L 

fee 

^-TfflgL g fttt 7.4g * tffco 
[0163] 

;u>3-(2-^pp-6-7Ji/^-P7x^;u)-i-/^;u 

H*fc**(100ml)lZ 3-(2-^PP-6-^;i/7hP7 

x^;u)-5-(3-^pp^TJU7x-;u)-i-^t;u 

-lH-lA4-h'J7 % /— ;U(6.7g).N-^P*a/\^ll 
-f5K(43g).7 % /tfX-fV^O=h«j;K50mg) 

7-f-tllUIB* 5.0g(IBjft 124.0-126.0 



[0162] 

Reference Example 2 3- (2 -chloro-6-fluorophenyl ) - 5 - (3 
-chloro-4- methylphenyl ) - 1 -methyl- 1H- 1,2, 4- triazole 
production 

N- methyl-N- (p- toluene sulfonyl ) - 2 -chloro-6-fluoro benzo 
hydrazonoyl chloride (15.0 g ), 3 -chloro-4- methyl 
benzonitrile (6.7 g ), anhydrous aluminum chloride (6.0 g ), 
mixture of o-dichlorobenzene (30 ml ) 1 hour was agitated 
with oil bath temperature 140 deg C. 

After cooling, you washed with saline. 

Drying next with anhydrous magnesium sulfate, vacuum 
concentration it did. 

concentrate which it acquires was refined with silica gel 
column chromatography and object compound 7.4g was 
acquired. 

[0163] 

Reference Example 3 5- (4 -bromomethyl-3- chlorophenyl ) - 
3 - (2 -chloro-6-fluorophenyl ) - 1 -methyl- 1,2, 4- triazole 
production 

Under agitating, 1 hour heating and refluxing it made 3 - (2 
-chloro-6-fluorophenyl ) - 5 - (3 -chloro-4- methylphenyl ) - 1 
-methyl-lH-1,2, 4- triazole (6.7 g ), the N- bromo succinimide 
(4.3 g ), including azobisisobutyronitrile (50 mg ) carbon 
tetrachloride (100 ml ). 

reaction mixture after cooling insoluble matter was filtered, 
filtrate was done the vacuum concentration. 

concentrate which it acquires was refined with silica gel 
column chromatography, object compound 5.0g (melting 



Page 70 Paterra Instant MT Machine Translation 



JP1996092224A 



1996-4-9 



deg C)S»fco 
[0164] 

4 5-(4-T-trh*v>^^-3-^nP7x- 

;u)-3-(2-^pp-6-7;i/7f-n7x-;t/)-i-y^;u 

- 1 H- 1 ,2,4- h U 7 V— ;U(D SJ it 

DMF(50ml)IC S^Q^f/W-^P P7i- 
^^-^PP^-^^U^P^x-JU)-!./^^ 
-1H- 1,2,4- h U 7 7 - ;U(4.9g) . IE B * 'J ^ A 
(5.8g)£}ia*, 130 deg C V 3 B*IB« #Lfco 

jtUttESttLfc. 

-(DSiffi^^v'J^y^^A^PVh^^ 
-tMUIW* 2.4g£#fco 

NMR x-5(60MHz. CDC1 3 5 fit:ppm) 



point 124.0-126.0 deg C )was acquired. 
[0164] 

Reference Example 4 5- (4 -acetoxy methyl-3- chlorophenyl ) 
- 3 - (2 -chloro-6-fluorophenyl ) - 1 -methyi-iH-1,2, 4- 
triazole production 

In DMF (50 ml ) 3 hours it agitated with 130 deg C 5 - (4 
-bromomethyl-3- chlorophenyl ) - 3 - (2 
-chloro-6-fluorophenyl ) - l-methyl-lH-1,2, 4- triazole (4.9 
g ), including potassium acetate (5.8 g ). 

After cooling, it poured reaction mixture into water in room 
temperature andextracted with ethylacetate. 

After water wash, it dried organic layer with anhydrous 
magnesium sulfate, vacuum concentration did. 

This concentrate was refined with silica gel column 
chromatography, object compound 2.4g was acquired. 

nmr data (60 MHz. CD Cl 3 solvenU ;de value: ppm ) 



2. 13 






(3H, 


s) 


2.13 


3H, 


s) 


4. 07 






(3H, 


s) 


4.07 


3H, 


s) 


5. 24 






(2H, 


S) 


5.24 


2H, 


S) 


6. 90 




85 


(6H, 


m) 


6.90 


85 


6H, 


m) 



[0165] 

5 3-(2-^7PP.6-7;U^P7xr,;u).5-(3- 

-lH-l,2,4-h'J7V-;U(DSiI 
5-(4-7-tK+v>^;U-3-^PP7x-;U)-3-(2-^ 

7V— Jl/(2.2g)$x$/— ;U(20ml)<t7K(5ml)<7) 

sammzmmu *»b*Mj^A(o.5g)«n 

UIMMfc. 



[0165] 

Reference Example 5 3- (2 -chloro-6-fluorophenyl ) - 5 - (3 
-chloro-4- hydroxymethyl phenyl) - 1 -methyl- 1H- 1,2, 4- 
triazole production 

5 - (4 -acetoxy methyl-3- chlorophenyl ) - 3 - (2 
-chloro-6-fluorophenyl ) - 1 -methyl- 1H- 1,2, 4- triazole 
ethanol (20 ml ) with it melted underagitating 1 hour heating 
and refluxing it did including sodium hydroxide (0.5 g ) (2.2 
g ) in mixed solvent ofwater (5 ml ),. 

In room temperature after cooling, water wash it made 
reaction mixture including the ethylacetate. 

It dried next with anhydrous magnesium sulfate, vacuum 
concentration did, acquired crude crystal. 
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»U gft*&l 1.3g(IIIA 1H-113 degQ*#fc. 
NMR-r— 5»(60MHz.CDCl 3 i§^, <5<I:ppm) 



This crude crystal was washed with hexane-ethanol mixed 
solvent, object compound 1.3g (melting point 1 1 1-1 13 deg 
C ) was acquired. 

nmr data (60 MHz. CD Cl 3 solvenU ;de value: ppm ) 



3. 50 






(1H. 


t) 


J.Jv 




t) 


4. 05 






(3H, 


s) 


4.05 


3H, 


s) 


4. 75 






(2H, 


d) 


4.75 


2H, 


d) 


6. 95 




0 


(6H, 


m) 


6.95 


0 


6H, 


m) 



[0166] 

6 3-(2-^Pn-6-7;i/^"P7xZLjU)-5-(4- 

o-v<7PQK>-if >(200ml)|Z 4-^MPv^/- 
MJJK31.9g). »l*ig<bm-i*(42.2g)SSP^. 
}f#Tl20 degClC^HaLfco 

Z©a**lCo-S?^OPK>Hf>(300ini)l=»* 

(62.9g)£ 120 deg C T!«#Lft*<b 30 »aWtT 
STL. £b(C 120 deg C T? 3 WMH«ff Lfco 

^PPTfwuA-ettffiLfco 

r#b*lfcW$Jf K 10%NaOH *»«(200ml)fc 
25%7>*-7*(200ml)£ina. 50 deg C V 1 B# 

aa**P**«a**»a. a*wr*** 

S/^AT?l£«L,aEa«L.3-(2-^PP-6-7 
-lH-lA4-h«J7y-^©a±** 63.7g £ft 

K>if>(300ml)lC 3-(2-^PP-6-7JU^P^x- 
;U).5.(4->h4Fv7x-;U)-l.>TF;U-lH-U2,4-h 
U7y-^ffl»£**(70.5g), ***Hb7Ji/5 
-*A(80.0g)*Jn;L a»L 3 mBAinasiL 



[0166] 

Reference Example 6 3- (2 -chloro-6-fluorophenyl ) - 5 - (4 
-hydroxyphenyl ) - 1 -methyl- 1H- 1,2, 4- triazole production 

In o-dichlorobenzene (200 ml ) under agitating it heated 4 
-methoxy benzonitrile (31.9 g ), including the anhydrous 
ferric chloride (42.2 g ) to 120 deg C. 

While N- methyl-N- which is melted in o-dichlorobenzene 
(300 ml ) in this mixture (p- toluene sulfonyl ) - 
2-chloro-6-fluoro benzo hydrazonoyl chloride agitating (62.9 
g ) with 120 deg C 30 min applying, it dripped,furthermore 3 
hours agitated with 120 deg C. 

After cooling, you opened reaction mixture to water of large 
scale in the room temperature and extracted with chloroform. 

In organic layer which it acquires 1 hour it agitated with 50 
deg C 10%NaOHaqueous solution (200 ml ) with including 
25% ammonia water (200 ml ). 

After room temperature cooling after water wash, it dried 
organic layer with the anhydrous magnesium sulfate, vacuum 
concentration did, 3 - (2 -chloro-6-fluorophenyl ) - 5 - (4 
-methoxyphenyl ) - 1 -methyl-lH-1,2, 4- triazole acquired 
crude product 63. 7g. 

It agitated in benzene (300 ml ) 3 - (2 
-chloro-6-fluorophenyl ) - 5 - (4 -methoxyphenyl ) - 1 
-methyl- 1H- 1,2, 4- triazole crude product (70.5 g ),including 
anhydrous aluminum chloride (80.0 g ), 3 hours heating and 
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It. 

JRJ6S£*£**l=*ltM/x:/ 
»6*lfc**Ji«*aa» 20%NaOH 

236-240 deg QSfcfc. 

NMR T-£(60MHz, CDC1 3 jgflt. d ftppm) 



refluxing did. 

After room temperature cooling, you opened reaction mixture 
to ice water and extractedwith toluene. 

While after water wash, extracting organic layer which it 
acquires with 20%NaOHaqueous solution, cooling water 
layer with ice at a time trace it added concentrated sulfuric 
acid and made acidic, extracted with ethylacetate. 

After water wash, it dried organic layer which it acquires with 
anhydrous magnesium sulfate, vacuum concentration did and 
acquired object compound 55. 5g (melting point 236-240 deg 
C). 

nmr data (60 MHz» CD Cl 3 solvenu ;de value: ppm ) 



4. 10 








(3H, s) 




4.10 


(3 H,s ) 


7. 00-7. 90 


(7H, m) 




7.00 - 7.90 


(7 H,m) 


10. 85 








(1H, s 


) 


10.85 


1 H,s 


) 



[0167] 

*»*L 9LJH. *«»*fcl*«»*fc«»LT 

mm±s *9-f ^-s^a^k >n 

5R. Silk B55k KftWDBttS*. -TV? 

-So 

7;ua-j«iixxx;uJt* 
ju* *'J* *->x^u>7;u*^7U— ;ux— r 



It becomes with triazole derivative as active ingredient. 
[0167] 

You use the compound of this invention as insecticidal* 
miticide, it is possible to use with that itself of the compound 
of this invention, but combining support* surfactant* 
dispersant or auxiliary agent etc which is used for formulating 
generally, formulation making powder agent* wettable* 
emulsion* fine granule or granule, etc it can also use. 

Zieklite* talc* bentonite (DANA 71.3.1a.l-2 ), clay* 
kaolin* diatomaceous earth* white carbon* vermiculite 
(DANA 7 1 .2.2d.3 ), you can list hydrated lime* silica sand* 
ammonium sulfate* urea or other solid carrier* isopropyl 
alcohoL xylene* cyclohexanone* methyl naphthalene or 
other liquid carrier etc as support which is used in case of 
formulating. 

As surfactant and dispersant, you can list alkylbenzene 
sulfonic acid metal salt* dinaphthyl methane disulfonic acid 
metal salt* alcohol sulfuric acid ester salt* alkylaryl 
sulfonic acid salt* lignin sulfonate* polyoxyethylene glycol 
ether* polyoxyethylene alkyl aryl ether* polyoxyethylene 
sorbitan mono alkylate etc. 
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[0168] 

±81(5 

0.05~20%(M), S?$L<[* 0.1%~10%(M)© 
[0169] 

*£0.H©iS*. 8?-#j©«Efflfili£E$*l 

«ft**©«a, jb&ra. as© 
mnm»tLx io 7-;nsy 

0.05g~5kg, ff$L<(i 0.lg~lkg ©SBHfrbjg 

*fc» ?l»fc*tf*»*li:-r***©J:di::» 
VtV&m? 0.l~5,000ppnu Sf*L< 
I* l~l,000ppm <DWBfr&aSS«5J©Jb'«fci.*o 

[0170] 

**«©83u ios^i, as 

[0171] 
[0172] 

tt*M i m\ 

lb£f$8#^(iii)30%. wn^-y-Ji/ 20%, 



1996-4-9 

As auxiliary agent, you can list carboxymethyl cellulose and 
polyethylene glycol* gum arabic etc. 

Diluting in suitable concentration at time of use, scattering 
fabric itdoes, or application does directly. 

[0168] 

You can use insecticidak miticide of this invention foliage 
spreading* soil application* seedling box application or 
with water surface application etc. 

according to need as needed it is chosen concerning 
proportion of active ingredient,but when it makes powder 
agent or granule, 0.05 - 20% (weight ), it isgood as needed to 
choose from range of preferably 0. 1 %~1 0% (weight ). 

When it makes emulsion or wettable, 0.5 - 80% (weight ) are 
suitable. 

It is good as needed to choose from range of preferably 
1-60% (weight ). 

[0169] 

application amount of insecticidak miticide of this invention 
extenk environmental condition* of types* object insect 
pest* tendency to occur* damage of the compound which is 
used changes with drug form etc which is used, but thepowder 
agent and like granule when you use that way, it is good 
asneeded to choose from range of per 10 ares 0.05g~5 kg* 
preferably 0.1 g~l kg, as active ingredient. 

In addition, like when it makes emulsion and wettable when 
you usewith liquid state, it is good as needed to choose from 
range of 0. 1 -5,000 ppm* preferably 1-1,000 ppm. 

[0170] 

insecticidak miticide of this invention can also use, mixing 
other insecticide* microbicide* fertilizer* plant growth 
adjusting agent. 

[0171] 

Next, increasing representative Formulation Example, you 
explain formulation method concretely. 

types and mixing ratio of compound* additive are 
changeable in wide rangewithout being limited in only this. 

At time of explaining below, ?, %" shows weight percent. 

[0172] 

Formulation Example 1 emulsion 

compound number (1 1 1) 30%, melting cyclohexanone 20%* 
polyoxyethylene alkyl aryl ether 11%* calcium 
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Sl*M 2 

<b**#^67)40%, mm± 15%, ?U-15%, 
*9'Th*-7t?> 25%, v^"7^JU^>vX;U 

7HJOA 3%£iS-|=S£*Mi*L-C*»S!iL 
[0174] 

KJN0I 3 ftfl 



[0175] 

&7HJ-5A 5%, *;u*1***»^Hz;i/a— x 

100 ttffiK* 20 MW£JB;LT 
»£U *?lllSt3t&*£BHT 14-32 



[0176] 

[£BJ30$)£] 

**W©h'J7!/-;uS(5H*tt. =i7# , S/Q-f 

7?7:?7Av, «7*7:?5A 
*>, y-fa:/7?5A->*07:?5A^». 

£, <fl/\*X, 7;<J'fxa£<!:0>;E&g»a, •< 
t-SXV^Av, 7X*7-5Av, -7U/\Avf 
9^>a>?'J, ^r/\**a**:7 
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alkylbenzenesulfonate 4% and methyl naphthalene 35% in 
uniform, itmade emulsion. 

[0173] 

Formulation Example 2 wettable 

compound number (67) 40%, mixing and pulverization 
designating diatomaceous earth 15%, clay 15%, white 
carbon 25%, sodium dinaphthyl methane disulfonate 2% 
and sodium lignin sulfonate 3% as the uniform, it made 
wettable. 

[0174] 

Formulation Example 3 powder agent 

compound number (43) 2%, mixing and pulverization 
designating diatomaceous earth 5% and ciay 93% as the 
uniform, it made powder agent. 

[0175] 

Formulation Example 4 granule 

compound number (335) 5%, sodium salt 2%. sodium lignin 
sulfonate 5%, carboxymethyl cellulose 2% of lauryl alcohol 
sulfate ester and clay 86% the mixing and pulverization it 
makes uniform. 

Kneading combination it made this mixture 100 parts by 
weight including water 20 parts by weight,after processing in 
granular of 14 - 32 mesh making use of the extrusion type 
granulator, drying, it made granule. 

[0176] 

[Effects of the Invention] 

As for triazole derivative of this invention, Plutella xylostella 
(Linnaeus ) (diamondbak moth, cabbage moth ), Spodoptera 
exigua (Hubner ) (beet armyworm ), Chilo suppressaiis 
(Walker ) (Asiatic rice borer ), Spodoptera litura 
(Fabricus )(tobacco cutworm ) or other lepidopteran pest. 
Aphis gossypii Glover (cotton aphid ), Myzus pesidae 
[Sulzer ] (green peach aphid ), Brevicoryne brassicae 
[Linnaeus ] (cabbage aphid ) or other Aphididae (aphids ), 
Trialeurodes vaporariorum [Westwood ] (greenhouse 
whitefly ) or other Aleyrodidae (whiteflies ) or other 
Hemiptera insect pest, Muscidae (house flies ), Culex 
pipiens Pailens or other Diptera insect pest, rice water 
weevil (Lissorhoptrus oryxophilus Kuschel ), Callosobruchus 
chinensis (Linnaeus ) (adzuki bean weevil ), Aulacophora 
femoralis (Motschulsky ) (cucurbit leaf beetle ) or other 
Coleoptera insect pest, Periplaneta americana [Linnaeus ] 
(American cockroach ), Blattella germanica [Linnaeus ] 
(German cockroach ) or other Orthoptera insect pest and 
Tetranychus urticae Koch (two-spotted spider mire ), 
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[0177] 

56-154464 #^0^ifflSlZ#lj7F$tlfcC«»J 1)*J 

*tfC«i i8]©ft**-efcy,*fcJt«««icii 



fco 

[0178] 

ttttXffi a:3,5-eX(2^Pn7i-Jb)4->fil/ 
-1H-1,2,4-MJ7 % /-;U 

tb«3l#J b:3.(2-^aP7x-;U)-l->^;U.5-(3- 

^U7x^;iO-iH-i,2,4-HJ77— ;u 

ftttXffi c:3-(2^PP-6.7;i/tP7i- 
jU)-5.(2,4-v^aP7x~;U>l-^^;U-lH-l,2,4- 

[0179] 

umm i a^f«iKtt 

LT 500ppm fflafiHC7k'C*SRLfco 



Tetranychus kanzawai Kishida (Kanzawa spider mite ), It is 
effective to prevention of Panonychus citri [McGregor ] 
(citrus red mite ) or other Tetranychidae (spider mite ). 

Especially Plutella xylostella (Linnaeus ) (diamondbak moth, 
cabbage moth ), Spodoptera exigua (Hubner ) (beet 
armyworm ), Chilo suppressalis (Walker ) (Asiatic rice 
borer ), the Spodoptera litura (Fabricus ) (tobacco cutworm ) 
or other Iepidopteran pest* Aphis gossypii Glover (cotton 
aphid ), Myzus pesidae [Sulzer ] (green peach aphid ), 
Brevicoryne brassicae [Linnaeus ] (cabbage aphid ) or other 
Aphididae (aphids ), the Tetranychus urticae Koch 
(two-spotted spider mite ), Tetranychus kanzawai Kishida 
(Kanzawa spider mite ), vis-a-vis Panonychus citri 
[McGregor ] (citrus red mite ) or other Tetranychidae (spider 
mite ) protective effect which quite is superior is shown. 

[0177] 

Concerning effect which the compound of this invention has 
next you explain with the Test Example. 

Furthermore as for comparative chemical a and b which is 
used it was illustrated to the Japan Unexamined Patent 
Publication Showa 56-154464 disclosure Specification 
{Example 1 } and with compound of {Example 1 8 }, in 
addition as for comparative chemical c itis a compound of 
{compound number 24 } which is illustrated to RD2 7800 4 
number Kokai Giho. 

formulation doing in same way as the compound of this 
invention, you used these. 

[0178] 

comparative chemical a:3,5-bis (2 -chlorophenyl ) - 1 
-methyl-lH-1,2, 4- triazole 

comparative chemical b: 3- (2 -chlorophenyl ) - 1 -methyl-5- 
(3 -methylphenyl ) - 1 H-1,2, 4- triazole 

comparative chemical c: 3- (2 -chloro-6-fluorophenyl ) - 5 - (2 
and 4 -dichlorophenyl ) - 1 -methyl- 1 H-1,2, 4- triazole 



[0179] 

Test Example 1 Plutella xylostella (Linnaeus ) (diamondbak 
moth, cabbage moth ) insecticidal test 

In concentration of 500 ppm it diluted with water with 
wettable which is manufactured according to Formulation 
Example 2 as active ingredient. 

It soaked cabbage leaf in reagent solution, after air dry, 
inserted in the vinyl chloride make cup. 

Among those Plutella xylostella (Linnaeus ) (diamondbak 
moth, cabbage moth ) larva 10 heads was shot, cover was 
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25 deg C (DHaSlca*. 6 

fc. 

3E4*i4*27©**i-j:yHfiiL. -£0>$sm£ 

S 28 ic^Lfco 
<Efe,IWtt2 3i«CCff-3fc. 
[0180] 
[ftl] 

5Ei^= xi 00 



done. 

After that, you placed in constant temperature chamber of 25 
deg C, investigated the number of dead insects 6 days and 
later you sought insect mortality with computational formula 
of the Mathematical Formula 1. 

You appraised insect mortality with standard of Table 27, 
showed resultin Table 28. 

Furthermore, it tested with 2 connected systems. 

[0180] 

[Mathematical Formula 1] 



[0181] 




[ft 27] 
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[0181] 
[Table 27] 
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[ft 28] 
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[0182] 
[Table 28] 



[0183] 



[0183] 

Test Example 2 Spodoptera exigua (Hubner ) (beet 
armyworm ) insecticidal test 
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•?-<DQL 25 deg C CDilS^lcSt. 6 
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[0184] 
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[0185] 

BKfl 3 «*^#«AWH 

LT 500ppm (Z>SJtlC*r**«?Lfco 



In concentration of 500 ppm it diluted with water with 
wettable which is manufactured according to Formulation 
Example 2 as active ingredient. 

It soaked cabbage leaf in reagent solution, after air dry, 
inserted in the vinyl chloride make cup. 

Among those Spodoptera exigua (Hubner ) (beet armyworm ) 
larva 10 heads was shot, cover was done. 

After that, you placed in constant temperature chamber of 25 
deg C, investigated the number of dead insects 6 days and 
later you sought insect mortality with computational formula 
of the Mathematical Formula l . 

You appraised insect mortality with standard of Table 27, 
showed resultin Table 29. 

Furthermore, it tested with 2 connected systems. 

[0184] 

[Table 29] 

3 



[0185] 

Test Example 3 Chilo suppressalis (Walker ) (Asiatic rice 
borer ) insecticidal test 

In concentration of 500 ppm it diluted with water with 
wettable which is manufactured according to Formulation 
Example 2 as active ingredient. 

It soaked rice sprout in reagent solution, inserted in vinyl 
chloride make cup. 

Among those Chilo suppressalis (Walker ) (Asiatic rice 
borer ) larva 10 heads was shot, cover was done. 
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After that, you placed in constant temperature chamber of 25 
deg C, investigated the number of dead insects 6 days and 
later you sought insect mortality with computational formula 
of the Mathematical Formula 1 . 

insect mortality was appraised with standard of Table 27, 
result wasshown in Table 3 0. 

Furthermore, it tested with 2 connected systems. 

[0186] 

[Table 30] 



[0187] 



LT 100ppm0)aflElC*^*RLfco 



»M«>*a l WBl*25 deg CflflMlCjI 
y»«U*31ir«Lfco 



[0187] 

Test Example 4 Aphis gossypii Glover (cotton aphid ) 
insecticidal test 

In concentration of 100 ppm it diluted with water with 
wettable which is manufactured according to Formulation 
Example 2 as active ingredient. 

In reagent solution, beforehand it soaked Cucumis sativus L. 
(cucumber ) seedling which inoculation does Aphis gossypii 
Glover (cotton aphid ) nymph, air dry did. 

You put Cucumis sativus L. (cucumber ) seedling after 
treating in constant temperature chamber of 25 deg 
Cinvestigated number of dead insects 3 days and later you 
sought insect mortality makinguse of computational formula 
of Mathematical Formula 1, you appraised result with 
standard of Table 27, showed in Table 3 1. 

It tested with 2 connected systems. 
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[0188] 
[Table 31] 



[0189] 

LT 500ppm (D;lglC7kT'^iKUfcc 
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[0190] 
[»2] 



= (I" 



[0189] 

Test Example 5 Tetranychus urticae Koch (two-spotted spider 
mite ) acaricidal test 

In concentration of 500 ppm it diluted with water with 
wettable which is manufactured according to Formulation 
Example 2 as active ingredient. 

In reagent solution, beforehand it soaked soybean seedling 
which inoculation does the Tetranychus urticae Koch 
(two-spotted spider mite ) adult, air dry did. 

You put soybean seedling after treating in constant 
temperature chamber of 25 deg Cinvestigated number of 
surviving insects 14 days, later you sought protection value 
with the computational formula of Mathematical Formula 2. 

protection value was appraised with standard of Table 27, 
result wasshown in Table 3 2. 

It tested with 2 connected systems. 

[0190] 

[Mathematical Formula 2] 



) x 1 00 



[0191] 



[0191] 
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